HacraBaom Behy UHcTHTyTa 32 dhusuky beorpan

beorpan, 19.08.2019.

IIpenmer:

Mon6a 3a nokpeTame NOCTYNKA 3a H300p y 3Bamke¢ HAYYHH CAPaHHK

C o63upoM fAa ucnywaBaM KpUTEpHjyMe INpONHMCaHE Of CTpaHe MHMHHCTapcTBa NpOCBETE,
HayKe W TEXHOJIOIIKOT pa3Boja 3a CTULAkE 3Bala HAay4dHU capagHUK, MoauM Hayuno Behe

HHctutyTa 3a ¢pu3uky y beorpany na mokpeHe noctynak 3a Moj u300p y HaBeIEHO 3Bambe.

VY mpuiiory gocTaBjbam:

1. Munubeme pykoBOJHOLA MPOjeKTa ca MPeioroM 4iaHoBa KOMHCHje 3a U300p y 3Bame
2. Ctpyuny 6uorpadujy

3. [Ipernen Hay4yHe aKTUBHOCTH

4. EnemeHTe 3a KBaJUTAaTUBHY U KBAHTUTATUBHY OLIEHY Hay4YHOT JOMpPHHOCA ca oKa3uMa
5. Cniucak 00jaB/beHUX HAYYHUX paZioBa M HbUXOBE KOMHUje

6. [logaTke 0 HUUTUPAHOCTH

7. YBepeme 0 on10pameHoj JOKTOPCKOj JUcepTalyju

Ca nomToBameM,

Hp Mapuja ITyau

/L/m)o e jfj(l o



HacraBnom Behy UHcTHTYTa 32 pu3uky Beorpan

beorpapn, 19.08.2019.

ilpeamer:

Munubeme pyKoBoaHoNa npojekra o u3bopy ap Mapuje Ilyau y 3Bambe HayYHH
capajHuK

Ip Mapuja Ilyau je 3anocneHa y JlaGoparopuju 3a racHy e€JNE€KTPOHHMKY, Y OKBHUPY
HaumonanHor neHTpa n3y3eTHUX BpEAHOCTH 3a HepaBHOTekHe npouece MHcTuTyTa 32 husuky
y beorpany. [lp Ilyau je anrakxoBaHa Ha JBa MpojekTa MUHHMCTapcTBa MpPOCBETE, HAyKe W
TEXHOJIOUIKOT pa3Boja Penybnuke Cp6uje: BehuM J1e10M Ha POjeKTy OCHOBHUX UCTPaXKUBakba
OMN171037 nmon HazuBoM ,,DyHIAMEHTaNHH MPOLECH M NPUMEHE TPAHCIOpTa YecTUua y
HEpaBHOTE)KHUM IUIa3MaMa, TpalloOBMMa U HAHOCTpyKTypama“ pykoBoauoua ap 3opana Jb
[TerpoBuha. Ha momMeHyTOM MpojeKTy paay Ha MozeoBamwy npoboja y racopuma. C 063upom
Ja WCIymaBa CBE MNpelaBulieHe ycinoBe y ckiagy ca [IpaBUJIIHMKOM O MOCTYNKY, HaYMHY
BPEIHOBamba M KBAHTUTATUBHOM MCKa3HBakby HAyYHOUCTPAXKUBAUYKHX pe3ysTaTa UCTpaXKuBaya
MITHTP, carnacan cam ca mokpeTamweM mnocrymnka 3a u3bop ap Mapuje [lyau y 3Bamwe Hay4HH

CapaJHHK.

3a cacraB KoMHcHje 3a u360p np Mapuje Ilyay y 3Bambe Hay4YHU capaJHUK MpeIaxKeM:

(1) np 3opan Jb IlerpoBuh, HayuHu caBeTHuk, MHCTUTYT 3a Qu3uky y beorpany
(2) np Iparana Mapuh, Hay4Hu caBeTHUK, UHCTHTYT 3a pusuky y beorpamy

(3) np Autonuje Bophesuh, penosuu npodecop EnekrporexuHuukor dakynrera
VYuusep3urera y beorpany

PyxoBoaunay npojexkta OM171037

u/ 3opan Jb [lerposuh

Hay4YHHU CaBE€THUK

HucturyTa 3a Ppusuky y beorpany



Bbuorpaguja np Mapuje Ilyau

Hp Mapwuja [1yau (pohena CaBuh) je pohena 10.06.1985. roqune y [Tapahuny.

Enextporexunuku dakynrer — momyn Dusnuka eJIeKTpoHUKa, cMmep HaHoenekTpoHuWKa,
ONTOEJIEKTPOHUKA U JIacepCcKa TexHuKa ynucana je 2004. ronune Ha YHUBEP3UTETY y beorpamy
¥ 3aBpliwia ca npocedHoMm oreHoMm 8,89. [umnomwupana je 28.10.2008. roguHe ca TeMom
,2AHAIN3a MHTETPHCAHUX TallaCOBOJA CHEIM(PUYHE TeOMETpHje ca IIyIUBHM je3rpoM™ ca

orieHoM 10 o mentopctBoMm npod. ap [lerpa MataBysba.

Macrep akajieMcke cTyauje ynucaia je Ha EnekrporexHudkoMm (akyinTery YHHBEp3UTETa Y
beorpany Ha cmepy HaHoenekTpoHHKa, ONTOSIEKTPOHHKA U JIaCePCKa TEXHHUKA U 3aBPIIIAIA UX
2009. romuHe ca mpoceyHoM omenom 10. Mactep pax Ha Temy ,,Monte Kapno cumynamuja
mpoboja y racoBuma‘““ oxgopanmia je 22.12.2009. rogunae mox MEHTOpCTBOM mpod. 1p 3opanHa

Jb. IlerpoBuha.

JlokTopcke crynuje Ha Enekrporexnmukom dakyntery YHuBep3urera y beorpamy — cmep
Hanoenexrponuka u ¢oronuka ynucana je 2009. rogune. JIOKTOpCcKy aucepTanujy I0x
Ha3uBOM ,MonenoBame mnpoOoja y racobuma Monrte Kapno Ttexnuxom* onbOpanunia je

10.07.2019. na Enextpotexanukom Qakynrery y beorpany.

Mapuja Ilyau je y pagaom oxnocy oa 30.10.2008. rogune y MucTutyTy 3a husuky y beorpany
y JlaGopaTopuju 3a racHy €JIeKTpOHHUKY 0]l PyKOBOJICTBOM U MEHTOPCTBOM Mpod. Ap 30paHa

Jb. IlerpoBuha.

KoayTop je jemanaect HayqHHX pajioBa 00jaBJbeHUX Y MeyHAPOTHUM YaconmucruMa Kao u Beher

Opoja paJoBa Ha HAyYHUM KOH(EpeHIMjaMa, YKJbyuyjyhH BUIlle YBOJHHX MPEIaBamba.



IIpersien nayune akruBHocTH Ap Mapuje Ilyau

Kanmunar Mapuja Ilyau ce 0aBu (U3MKOM jOHM30BAHHMX TracoBa M IUTa3MH Y
JlaGopatopuju 3a TacHy ENEKTPOHHMKY IOJa pykoBoacTBoM aAp 3opana Jb. Ilerposmha y
Wuctutyty 3a pusnky y beorpamy. [1aBHa TemMaTHKa HBEHOT paja jecTe MOAEIOBame podoja
y racobumMa Monte Kapno texHukom. DoKyc HEHOT paja je Ha HCTpaxuBamy Ipoboja y
pamuodpexBernujckuM (PD) enexrpuyanm nossuma U pusudke nozaaune PO mpobdoja myx

npo0OojHe HANIOHCKE KPHBE.

HcTpakuBayky paj M HAydHU Pe3yJITaTH Koje je J0 cana octBapwia aAp Mapwuja [lyau

MOTY CC I'pynucaTtu y cneﬂehe TEMC:

e Pa3zujame mozena P® mpoboja m oarosapajyhe padyHapcke cumysammje Koja
OIUCYje CBE pesieBaHTHE (PU3HUYKE MpolIece,

e Onpehuame npupoae PO npobdoja; uznpajame GU3NIKUX MPOIeca OJrOBOPHUX
3a mpo00j] M KBaHTHU(PHUKOBAHmE HUXOBOT yTHlaja Ha onapehene nenoe PO
HaIOHCKE MPOOOjHE KPUBE,

e 3akoH ckanupama PO npoOojHIX HATOHCKUX KPUBUX,

e KaanTudukanmja yTumaja Marepujaia oj Kor cy uspaheHe enexTpose Ha 00JuK
P® npobojHe HanOHCKE KpuUBeE,

e VYTHIA] eNeKTPOHCKOI 3axBaTa y racy Ha P®d HamoHcKy mpo0ojHY KpHUBY, Kao
MocJIeIUIIe TIPUPOJIE MOJIEKYJIa KopuITheHoT raca,

e VTHIaja TEIIKUX YECTUIa, OJHOCHO HM30alMBama CEKyHJApHUX EJEKTPOHA ca
MOBPIIMHA €IIEKTPOIa Y TPEHYTKY yJapa TeIIKUX YeCTHIa, 1 (HOpMUpPAHE TPYTroT
MuHUMYyMa Ha P® HanoHckoj mpo6ojHO] KPUBH,

e Bepudukanuja pa3BujeHOr Mojiesa HETOBOM INPUMEHOM Ha CMelle racoBa Kao
IITO CYy CHHTETHYKH Ba3ayX U atMocdepa Mapca,

e Amnammza meroma onapehmBama Op3uHa npudTa M3 U3MEPEHHX MPOOOJHHUX

HAIMOHCKUX KPHUBHUX.



EnemenTn 3a KBAJIUTATUBHY OUCHY HAYIYHOI' TOIIPUHOCA

1. KBanuTeTr HayYHHUX pe3yJiTara

1.1. 3nauaj nayunux pezynimama

Kanmunar ce y Toky gocafamimer paga 0aBHO MOJEIOBameM IMpodoja y racoBuMa
Monte Kapno texnukoM. lleHTpasiHu 1e0 wuCTpaxuBama MocBeheH je mpobojuma y
paauodpexBeryjckuM (PD) enexTpuyHUM mosbHMa, KOju 10 caja Huje ucnuTusaH. [Tomohy
MojieNia KaHIUAAT je y MOTIYHOCTH o0jacHno ¢u3ndky nozaauny PO mpoboja. M3aBojenu cy
¢bu3nuky mporiecu oAroBopHu 3a (popmupame PD mmazmu. Hakon onpehuBama Qusmuke
no3zanuHe P® mpoboja, NCIUTAHO je U KOJIMKH j€ HhHXOB CTBAPHU YTHUIA] HA OOJUK U TTOJI0XKA]
HAIMOHCKe Tpo0ojHe KpuBe. AHaM3a je najbe ypaheHa 3a pa3imuure GpeKBEHIH]je, pacTojama
u3Mel)y HamajaHux eJeKTpoja Kao M racoBe. Kao koHayHa mpuMeHa u3paljeHor mojena,

AHAJIU3UPAHC CYy CMCIIEC racoBa: CUHTCTUYKH Ba3AyX U aTMoccbepa Mapca.

1.2. Hapamempu xeanumema uaconuca

Kanmunar np Mapuja Ilyau je oOjaBmina ykynmHo 11 pagoBa y wmelyHapoaHum
JaconucuMma M To:

e | pam y mMeljyHapoaHOM yacomucy u3y3eTHux BpemHoctu (M21a) Plasma Sources
Science and Technology (IF=3.939 SNIP=1.559)

e 1 pany BpxyHckoM MehyHapoaHom waconmcy (M21) Plasma Processes and Polymers
(IF=2.846 SNIP=1.044)

e 2 panmay ucrakaytoM MehynapoaHom wacomucy (M22) IEEE Transactions on Plasma
Science (IF=1.174 SNIP=1.055)

e 1 pan y ucrakuytom MehyHapomHom uaconucy (M22) European Physical Journal D.
Atoms, Molecules, Clusters and Optical Physics (IF=1.513 SNIP=0.663)

e 1 pany mehynaponnom gacormcy (M23) International Journal of Numerical modelling
— Electronic Networks Devices and Fluids (IF=0.629 SNIP= 0.522)

e 1 pan y mehynapoanom gaconucy (M23) Contributions to Plasma Physics (IF=1.108

SNIP=0.847)

e 1 pax y mehynapoxgnom vacommcy (M23) Acta Physica Polonica A (IF=0.531 SNIP=
0.574)

e | pan y mehynaponnom gacormcy (M23) Acta Physica Polonica A (IF=0.857 SNIP=
0.574)

e 1 paxy mehynaponnom yacormcy (M23) Hemijska industrija (IF=0.463 SNIP=0.508)
e 1 paxy mehynapoanom gacormcy (M23) Hemijska industrija (IF=0.562 SNIP=0.508)

VYkynan uMnakt ¢akrop objaBbeHUX pajgoBa 1p Mapuje Ilyau 14.796.



JlogatHu OUOIMOMETPUjCKH TOKa3aTeJbl MpeMa YIYTCTBY O HAYMHY IHCamka U3BEIITaja O

n3bopuma y 3Bama Koje je yCBOjuo MaTH4YHH HayqHH 0J100p 3a PU3UKY CY:

Nd M SNIP
YKynHO 14.796 51 8.909
Yepeameno nmo wianky | 1.345 4.636 0.8099
Ycpenmweno o ayropy | 3.066 11.595 2.028

1.3. Ilo3umuena yumupanocm HayuHuUX padosa Kanouoama

ITpema 6a3u Google Scholar Citations pagosu ap Mapuje Ilyau cy uutupanu 83 myra.
ITpema oBoj 0a3u XwupiroB uHACKC KaHauaarta je 5. [Ipema 6asu Web of Science pagosu map
Mapuje Ilyau cy uutupanu 71 myt (6e3 uurara koayropa u ayrouurara 63 nurara). [Ipema

0BOj 6a3u XupIIoB UHJEKC KaHauAaTa je 4.

2. Hopmupame 6poja KoayTOpCKHX pagoBa

Csux 11 panoBa np Mapuje Ilyad cy pagoBu HyMEpUYKUX paduyHApPCKUX CHMYJIAIH]ja.
[Ipema IIpaBWIHMKY O MOCTYNKY W HAa4YWHY BPEIHOBAaMkA, W KBAHTHUTATUBHOM HCKa3WUBAaIbY
HaYYHOMCTPa)KMBAUKUX pe3ylTaTa MCTpaKuBaua mpeaBuheHo je 10 5 koayropa. YKynaH
HeHOpMHUpaH Opoj 6010Ba je 95.5, 1ok je Hopmupan Opoj M 601082 91.138 m1TO je 3HaTHO BHIIIE

y OJIHOCY Ha 3axTeBaHUX 16 06070Ba 3a U300p y HAYYHOT CapaHUKA.

3. Yuemhe Ha npojextuma MITHTP

Jp Mapuja Ilyau je yuectBoBana Ha cienehum mpojekrnma MUHHCTapcTBa MPOCBETE,
HayKe U TEeXHOJOMIKOT pa3Boja:

2008-2010,,®u3ruke 0CHOBE IPUMEHE HEPABHOTEKHUX TUIa3MH Y HAHOTEXHOJIOTHjaMa |
TpetManuma marepujana‘ (141025).

2010-manac: ,dyHAaMeHTaNHM TPOIECH W TPUMEHE TpAHCIOPTa YeCTUIA Y
HEPaBHOTEXHHUM IUIa3MaMa, TparoBuMa U HaHocTpykTypama“ OH171037.

2010-manac ,,IlpuMeHe HHCKOTEMIIEpAaTypHHX IUIa3MH y OWOMEIWIIMHH, 3allITHTH

YOBEKOBE OKOJIMHE U HaHoTexHonorujama“ (MMN41011).



4. AKTUBHOCTH Y HAYYHUM M HAYYHO-CTPYYHHUM JAPYLITBUMA

4.1. Opzanuzayuja nayunux cKkynoea

Jlp Mapuja Ilyau je 6una y JIOKaTHOM OpraHM3allMOHOM KOMHUTETY 3a KoHdepeHiujy 22"
International Conference on Gas Discharges and Their Applications, ox 2. 1o 7. centemOpa
2018. roquae y HoBom Cany, CpoOwuja.

Jp Mapuja ITyau je 6una y JOKaJHOM OPraHM3allMOHOM KOMUTETY 3a KoHpepeHiujy 201
International Workshop on Low-Energy Positron and Positronium Physics and 21%
International Symposium on Electron-Molecule Collisions and Swarms, ox 18. no 20. jyna

2019. rogune y beorpany, Cpowuja.

5. YTunaj HayuyHux pe3yJrara

VYTHlla) HayYHUX pe3yiTara ce oryiena y Opojy 1urara Koju cy HaBeleHHu y Tauku 1.3.

OBOT OJIeJbKa, a 3Ha4aj pe3yJiTaTa je ONMUCaH y TaukH 1.

6. KoHkpeTran NONpPHHOC KaHIMIATA y peajiM3alMjH PagoBa Y HAYYHHM LEHTpHUMA Yy

3€MJ/bH U HHOCTPAHCTBY

Kangupaar je HayduHy akTHBHOCT peanu3oBania y MHcTuTyTY 32 dusuky y Jlabaparopuju
3a TacHy €JEeKTPOHMKY IoA pykoBojactBoM aAp 3opana Jb. IlerpoBuha. Pamuna je Ha
MojesioBaky TmpoOoja y racoBuMa, ca ¢GoOKycoM Ha mpobdoje y MPUCYCTBY
panno(peKBEHIN]CKOT €JIeKTPUYHOT N0Jba. YYecTBOBaIA je y J100Hjamy, 00paau U aHaJIU3H
pe3yiTara Kao U Ucamy pajoBa, 1 KOMyHHKAIM]H ca YpEeIHUIIMMA U PELICH3eHTUMA YacoIHuca.
Tokom cBOr pajma Ha JUCETalMjU TIOCTETICHO j€ pa3BHjajia CBE €JIIEMEHTE MOTpeOHE aa joj
omoryhe camocTanaH Hay4YHH paj y Ja’buM (a3ama paja ¥ Ty je ToKaszaia 3aBUIaH HHUBO
CaMOCTAJTHOCTH U CIIOCOOHOCTH 3a HAy4HH pajl, KOjH joIl Tpeba TeCTHUpaTH y pa3BOjy HOBHX

TeMa Koje Ou OHa BOJHJIA.



EJieMeHTH 32 KBAHTUTATHBHY OLleHY HAy4YHOT JonpuHoca ap Mapuje I[lyau

OcTBapenu M-0010BH 110 KaTeropujamMa nmyoJauKamnmja

Kareropuja M-6on0Ba no Bpoj Yxynno M Hopmupanu
myO0JIMKANMju nmyoJuKanmja 0ox0Ba 0poj M 6o10Ba

M14 4 1 4 4

M21a 10 1 10 10

M21 8 1 8 8

M22 5 3 15 12.738

M23 3 6 18 18

M32 1.5 12 18 15.9

M33 1 12 12 12

IHopeheme ocTBapenor 0poja M-6010Ba ca MMHUMAJIHUM YCJIOBHMA NOTPeOHUM 32

n300p y 3Bambe HAYYHOI CapaJHUKA

OcTBapeHo OcTBapeHo
(HopMupaHo™)
YKynHo 16 95.5 91.138
M10+M20+M31+M32+M33+M41+M42 | 10 86 81.638
M11+M12+M21+M22+M23 6 51 48.738

*Hopmupame je ypaheno y ckiany ca [Ipuiorom 1 [IpaBunnuka.




Cnucak pagoBa ap Mapuje (CaBuh) Ilyau

Panx y remarckom 300pHuKky meh)ynapoanor 3uavyaja (M14):

1. Zoran Lj Petrovié, Jelena Sivo$, Marija Savié, Nikola Skoro, Marija Radmilovi¢-
Radjenovi¢, Sasa Goci¢, Dragana Mari¢: New phenomenology of gas breakdown in DC and
RF fields —Journal of Physics: Conference Series (2014), Vol. 514, pp. 012043.

DOI: 10.1088/1742-6596/514/1/012043

ISBN 978-86-7025-782-5

Pan y mehynapoguum yaconucuma u3y3eTHux Bpeanoctu (M21a):

1. Marija Puaé, Dragana Mari¢, Marija Radmilovi¢-Radjenovié, Milovan Suvakov and
Zoran Lj Petrovi¢: Monte Carlo modeling of radio-frequency breakdown in argon — Plasma
Sources Sci. Technol. (2018), Vol. 27, pp. 075013.

HU®d 3.939 DOI: 10.1088/1361-6595/aaccOc

ISSN 0963-0252

Pan y Bpxyncknm melyynapoanum yaconucuma (M21):

1. Zoran Lj Petrovi¢, Dragana Mari¢, Marija Savi¢, Srdan Marjanovi¢, Sasa Dujko, Gordana
Malovié¢: Using swarm models as an exact representation of ionized gases — Plasma Process
Polymers (2016), Vol. 14, pp. 1600124, 6poj xeTepouuTara 6.

N®d 2.846 DOI: 10.1002/ppap.201600124

ISSN 1612-8850

Pan y ucraknyrum mehynapoauum yaconucuma (M22):

1. Dragana Mari¢, Marija Savié¢, Jelena Sivos, Nikola Skoro, Marija Radmilovi¢-Radjenovi¢,
Gordana Malovi¢ and Zoran Lj. Petrovi¢: Gas breakdown and secondary electron yields: —
Eur. Phys. J. D (2014), Vol. 68, pp. 155, 6poj xeteporurara 32.

Nd 1.240 DOI: 10.1140/epjd/e2014-50090-x

ISSN 1434-6060

2. M. Savié, M. Radmilovié-Radjenovi¢, M. Suvakov, S. Marjanovi¢, D. Marié¢ and Z. Lj.
Petrovi¢: On Explanation of the Double-Valued Paschen-Like Curve for RF Breakdown in
argon — IEEE Trans. Plasma Sci. (2011), Vol. 39, pp. 2556-2557, 6poj xerepormrata 10.
Ud 1.174 DOI: 10.1109/TPS.2011.2159244

ISSN 0093-3813

3. Srdan Marjanovi¢, Milovan Suvakov, Ana Bankovi¢, Marija Savi¢, Gordana Malovié,
Stephen J. Buckman, and Zoran Lj. Petrovi¢: Numerical Modeling of Thermalization of
Positrons in Gas-Filled Surko Traps — IEEE Trans. Plasma Sci. (2011), Vol. 39, pp. 2614-
2615, 6poj xetreporurara 10.

Nd 1.174 DOI: 10.1109/TPS.2011.2159129

ISSN 0093-3813



Pan y mehynapoanum yaconucuma (M23):

1. Marija Radmilovi¢-Radjenovi¢, Branislav Radjenovi¢, Marija Savi¢: Microwave field
strength computing for the resonator designs and filters — Acta Physica Polonica A (2016),
Vol 129, pp. 289-292.

D 0.469 DOI: 10.12693/AphysPolA.129.289

ISSN 0587-4246

2. 8. Matejcik, M. Klas, B. Radjenovi¢, M. Durian, M. Savi¢ and M. Radmilovi¢-Radjenovi¢:
The Role of the Field Emission Effect in the Breakdown Mechanism of Direct-Current
Helium Discharges in Micrometer Gaps — Contrib. Plasma Phys. (2013), Vol. 53, pp. 573-
579, 6poj xereporuraTa 4.

HN®d 0.983 DOI: 10.1002/ctpp.201300032

ISSN 0863-1042

3. M. Radmilovi¢-Radjenovi¢, B. Radjenovi¢ and M. Savié: The surface charging effects in
three-dimensional simulation of the profiles of plasma-etched nanostructures — International
Journal of Numerical Modelling: Electronic Networks, Devices and Fields (2011), Vol. 24,
pp. 535-544, 6poj xereporuTarta 5.

N® 0.600 DOI: 10.1002/jnm.798

ISSN 0894-3370

4. A. Bojarov, M. Radmilovi¢-Radjenovi¢ and M. Savi¢: Influence of the secondary electron
emission on the characteristics of radio frequency plasmas — Hemijska Industrija (2011), Vol.
65, pp. 1-8.

N® 0.205 DOI: 10.2298/HEMIND100810063B

ISSN 0367-598X

5. Marija B. Savi¢, Marija Radmilovi¢-Radenovi¢: Modelovanje proboja u gasovima na
niskim pritiscima Monte Karlo tehnikom (Gas discharges modeling by Monte Carlo
technique) — Hemijska Industrija (2010), Vol. 64, pp. 171-175.

Nd 0.137 DOI: 10.2298/HEMIND091221022S

ISSN 0367-598X

6. Marija Radmilovi¢-Radjenovi¢, Branislav Radjenovi¢, Marija Savi¢: Breakdown
phenomena in water vapor microdischarges — Acta Physica Polonica A (2010), Vol. 117, pp.
752-755.

Nd 0.467 DOI: 10.12693/APhysPolA.117.752

ISSN 0587-4246

IIpenaBame no no3uBy ca me)yHapoaHor ckyna mramMmnano y uzsoay (M32):

1. Zoran Lj Petrovi¢, SaSa Dujko, Dragana Mari¢, Gordana Malovi¢, Nevena Pua¢, Danko
Bosnjakovi¢, Olivera Sasié, Marija Puac, Jelena Sivos, Milovan Suvakov and Nikola Skoro:
Non-Equilibrium in lonized Gases Determined by Charge Particle Collisions with Molecules
—POSMOL 2019, 18-21 July 2019, Belgrade, Serbia.

ISBN 978-86-7025-819-8

2. Zoran Lj Petrovi¢, Antonije Djordjevi¢, Marija Puad, Jana Petrovi¢, Jelena Sivos, Gordana
Malovi¢, Dragana Mari¢: Measurements and simulations of RF breakdown in gases — 7th



International Conference on Advanced Plasma Technologies, Plasmadis Ltd, Teslova ulica
30, 1000 Ljubljana, Slovenia, 24th February — 1st March 2019. Hue, Vietnam
ISBN 978-961-290-061-8

3. Marija Puaé, Dragana Mari¢, Zoran Lj Petrovi¢: The effect of attachment on rf breakdown
— XXII Symposium on Application of Plasma Processes and XI EU-Japan Symposium on
Plasma Processing, 18-24 January 2019, Strbske Pleso, Slovakia.

4. Zoran Petrovi¢, Antonije Djordjevi¢, Jana Petrovi¢, Jelena Sivos, Marija Pua¢, Gordana
Malovi¢, Dragana Mari¢: RF Breakdown as a Swarm Experiment — 82nd IUVSTA
Workshop, Osaka University, Japan, Bankoku Shinryokan, Okinawa, Japan, 4. - 7. Dec, 2017,
pp. O2

5. Zoran Lj Petrovi¢, Srdjan Marjanovi¢, Marija Savié, Sasa Dujko, Ilija Simonovi¢, Dragana
Mari¢: Transport theory as a foundation of nonequilibrium plasma models — 81st IUVSTA
Workshop on Response of Biological Materials to Plasma Treated Medium, 12-16. March
2017, Slovenia, pp. 22-23

ISBN 978-961-285-628-1

6. Sasa Dujko, Gordana Malovi¢, Dragana Mari¢, Srdjan Marjanovié, Zoran Lj Petrovic,
Marija Radmilovi¢-Radjenovi¢, Marija Savi¢, Ilija Adzi¢, Antonije Djordjevi¢: Avalanches
of electrons and positrons in Atmospheres of Planets and Satellites of the Solar System: Basic
Phenomenology and Application to Gas Breakdown in DC and RF Fields — National
Symposium on Plasma Science and Technology & International Conference on Plasma
Science and Technology (PLASMA 2014), Mahatma Gandhi University, 8-11. Dec.2014.
India, pp. 18.

7. Zoran Lj Petrovi¢, SaSa Dujko, Jasmina Miri¢, Danko Bosnjakovi¢, Ana Bankovi¢, Srdjan
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New phenomenology of gas breakdown in DC and RF fields
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Abstract. This paper follows a review lecture on the new developments in the field of gas
breakdown and low current discharges, usually covered by a form of Townsend’s theory and
phenomenology. It gives an overview of a new approach to identifying which feedback agents
provide breakdown, how to model gas discharge conditions and reconcile the results with
binary experiments and how to employ that knowledge in modelling gas discharges. The next
step is an illustration on how to record volt-ampere characteristics and use them on one hand to
obtain the breakdown voltage and, on the other, to identify the regime of operation and model
the secondary electron yields. The second aspect of this section concerns understanding the
different regimes, their anatomy, how those are generated and how free running oscillations
occur. While temporal development is the most useful and interesting part of the new
developments, the difficulty of presenting the data in a written form precludes an easy
publication and discussion. Thus, we shall only mention some of the results that stem from
these measurements. Most micro discharges operate in DC albeit with complex geometries.
Thus, parallel plate micro discharge measurements were needed to establish that Townsend’s
theory, with all its recent extensions, is still valid until some very small gaps. We have shown,
for example, how a long-path breakdown puts in jeopardy many experimental observations and
why a flat left-hand side of the Paschen curve often does not represent good physics. We will
also summarize a kinetic representation of the RF breakdown revealing a somewhat more
complex picture than the standard model. Finally, we will address briefly the breakdown in
radially inhomogeneous conditions and how that affects the measured properties of the
discharge. This review has the goal of summarizing (rather than developing details of) the
current status of the low-current DC discharges formation and operation as a discipline which,
in spite of its very long history, is developing rapidly.

1. Introduction: Townsend’s theory and low-current DC discharges - 100 years ago and now
With the development of basic phenomenology and theory of gas breakdown, Townsend’s theory was
forged some 100 years ago [1-3]. In this paper we shall give a review of how in the past 20 years the
basic Townsend’s theory and phenomenology have been revived, extended, revitalized and put in
perspective of modelling higher current technological discharges and plasmas. This was primarily
done by the groups of Art Phelps and the Gaseous Electronics Laboratory in Belgrade.
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Recent advances in diagnostics and modelling of complex plasma systems opened an opportunity
to revisit the breakdown in gases both in DC and RF fields and also for micro gaps. We shall first
discuss the experimental techniques to determine the breakdown voltage. Typical errors, such as
neglecting the long-path breakdown on the left-hand side of the Paschen minimum, conditioning of the
electrode and measuring properties within an unstable (oscillating) regime, will be covered briefly. In
addition, we shall describe a proper methodology to establish volt-ampere (V-1) characteristics and
how to use those with the goal of determining the breakdown voltage and the secondary electron
yields.

Time-resolved imaging [4] provides us with information on the development of the anatomy of the
discharge and its different modes. Using the spatial profile one may decide which of the mechanisms
dominate the discharge. The Townsend regime is the low-current diffuse discharge with exponential
growth towards the anode [5]. It is necessary to observe such a profile to ascertain that the discharge
operates in the Townsend regime where Townsend’s theory may be used to establish the condition for
breakdown and effective secondary electron yield. The temporal development of the normal glow or
abnormal glow following the breakdown reveals transient multi-regime operation that requires a hew
paradigm.

When considering volt-ampere characteristics, one may first observe the negative differential
resistance in the Townsend regime which may be explained by a combination of space-charge effects
and an energy-dependent secondary electrons yield. Thus, V-l characteristics should be used in
addition to the Paschen curve to determine the secondary electrons yields. With the newly found field
of discharges in and above liquids, we have also analyzed breakdown in water vapor and ethanol [6,7].

RF and microwave breakdowns have a different phenomenology as the secondary ions production
of electrons at the cathode may not be necessary. Yet the RF breakdown is prone to phenomena not
often observed in DC breakdowns, like S shaped (double valued) Paschen-like curves, frequency/gas
number density scaling and additional mechanisms like multipactors. The principal experimental
problem with the RF breakdown is the magnitude of the displacement current that thwarts the
measurement of the conduction current making it difficult to ascertain the initiation of the discharge.

2. Gas breakdown, feedback mechanism, 1750 g
secondary electron yields and how to use 1500 - Iy I ,,/,g =
them 1250 - § /‘?k ﬁ'k " _
Traditionally, the gas breakdown s ‘L 5 5 ]
characterized by Paschen curves. In figure 1 1000 . ‘D / "]
we show one such example of Paschen curves 2 . ]
for the topical water vapor and ethanol vapor ~° . [
[6,7]. e e ]
While most people will argue (including ./ ~ gl "
the present authors) that the Paschen law itself . e
is developed with limiting assumptions 5004 fa . [ = GHOH
Bpd Ay B S L
Vp = N (1) 0.1 1 10
In(Apd) — In{ln(uﬂ pd (Torrcm)
v
the breakdown equation from the Townsend’s
law is in principle exact if the assumptions of Figure 1. Paschen curves for water [6] and
the primary feedback through ions are correct: ethanol vapor [7].
y(E/N)(e“E™e —1)=1. @)

Different forms of analytical laws have been employed for the DC breakdown in order to provide
some insight [8,9], but one needs to be aware of the approximate nature of some of the basic formulae.
Still, the same limitations that enter the analytical form of Paschen law may enter the implementation
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of equation (2). Over the years, a large amount of data on y have been accumulated, yet seldom those
have been compared and systematically collected. Even more importantly, comparisons to binary
collision (beam-surface) experiments [10] have been almost avoided in the literature presumably due
to poor agreement (both qualitative and quantitative). One example where both systematic collection
of data and comparisons to binary 10
experiments have been made is the paper of
Phelps and Petrovi¢ [3].

In figure 2 we show a comparison of the
secondary electron vyields obtained from
Paschen curves in argon for a range of
experiments [3]. These should be compared
with a constant yield of 0.08 obtained by
beam experiments with an atomically clean
surface [10] or to the dot-dash line obtained
for the same conditions of the cathode as
found in discharge experiments. Discharge 10° . . . .
results are one order of magnitude too high 10 10° 10° 10* 10° 10°

104

10?4

effective electron yield per ion

at higher E/N, one order of magnitude lower
at moderate E/N and two orders of
magnitude higher at the lowest E/N. Phelps
and Petrovi¢ managed to reconcile the binary
collision data and the discharge results by
including the following:

E/N (Td)
Figure 2. Effective secondary electron yield y
for argon obtained from breakdown data [3].
The different types of points indicate
different experiments - see [3]. The dot-dash
curve shows binary collision experiment data.

e ionization coefficient fitted in a wide range of E/N;
e aregion close to the cathode where electrons gain energy and become in equilibrium with the local
field, the simplest way of representing this being using a delay distance do;

ion-induced yields at the cathode, modified to represent surfaces that are not atomically clean;
back-diffusion, i.e. the return of newly emitted electrons back to the cathode;

secondary electron production by metastables;

secondary electron production by fast neutrals;

secondary electron production by resonant radiation — the photo effect;

trapping of resonant radiation;

secondary electron production by fast neutrals;

secondary production due to molecular emission.
The solid and dashed lines in figure 2 indicate the model predictions based on binary collision data
(for two limits of possible contributions by molecular radiation). These two lines encompass most of
the available experimental data. The good agreement with the experiments shows that all pertinent
processes have been included. It also shows that the process of secondary yields modelling may be
quite complex and quite challenging due to the need for a wide range of data.

The fact that Townsend’s theory could associate all the yields with the flux of ions is because all
fluxes are proportional to the electron flux and the system is linear in the breakdown-Townsend
discharge phase. On the other hand, one cannot expect linearity to hold for higher current modes, such
as glow discharges. For those, one is left with fitting the experimental data. Thus, we compared the
fitting procedure with one based on the breakdown data from Phelps and Petrovi¢ [3]. We found [11]
that fitting of the glow discharge is well represented by the procedure recommended for the
breakdown data [3], except when pd is quite low and fast neutral effects become dominant. Yet, for
RF discharges, for example, or for some more complex geometries, one needs to provide a clear
guidance as to how the secondary electron yield may be modelled. Also, we need a considerable effort
to provide the data for a number of relevant gases, as argon is the only gas covered so far by the
detailed analysis.
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3. Volt-ampere characteristics and spatial emission profiles
There are two ways to determine the breakdown voltage. The first option is very accurate albeit very
difficult — one can extrapolate pre-breakdown currents. The second one, favored by our group, is to
establish a self-sustained discharge in the low-current diffuse, i.e. Townsend, discharge and then
extrapolate the measurements to zero current. All other techniques suffer from arbitrariness, either
induced by the long statistical time lags or by a direct transition to the glow regime. The Townsend’s
regime is recognized by an exponential growth peaking at the anode and a normally broad diffusion-
determined profile over the entire surface [5,12], as can be seen in figure 3.

In conducting such measurements, we
(re)established that in the Townsend /
regime one has a negative differential anode
resistance. As the effective resistance of
the discharge is negative, sometimes,
coupled with the external circuit, the
overall loop resistance may become
negative and oscillations may occur
[13,14]. As it turns out, the space charge
due to ions increases the field in front of
the cathode, which increases the electron
production allowing a lower field
elsewhere and thus the overall voltage is - =
reduced [14,15]. Thus, the dependence s S S o 15
of yon the mean energy is the reason for C/Iy 2 0.0 '
the negative differential resistivity, ZKCm]
brought about by space charge induced Figure 3. Spatial profile of the Townsend’s regime
electric field and represented as a low-current diffuse discharge [12].
current dependence of y. As the discharge
approaches constriction, non-linearities become important [16] and a sudden transition eventually
takes place. It has also been shown that if y were constant, the slope of the V-l characteristics in
Townsend’s regime could become positive [16]. Thus one may conclude that for the full
representation of the secondary electron yield one needs to fit not only the Paschen curve but also the
V-1 characteristics. The realm of oscillations often precludes us from achieving stable operation in
Townsend’s regime but it is also a source of information on important processes. Thus, fitting of the
induced damped or free running oscillations may reveal identity of the dominant ionic species,
multiplication and may be related to basic transport properties of relevant particles.
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Figure 4. Axial profiles of higher current discharge regimes in argon, at (a) pd = 1.1 Torr cm (close
to the Paschen minimum); (b) pd = 0.3 Torr cm (in the left-hand branch of the Paschen curve).
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Another important aspect that stems from figure 3 is that spatial profiles not only give us
information on the regime of operation (see figure 4 — the peak in front of the anode is for Townsend’s
low current discharges, the peak in the bulk corresponds to the glow discharge) but also (if put on an
absolute scale) a basis to establish absolute cross sections and even profile of the field. It also shows
whether and to what extent is equilibrium (with the field) developed or whether fast neutral excitation
is important as recognized by the peak right in front of the cathode.

4. Scaling of the basic properties of micro discharges

Micro discharges were basically developed to take advantage of the non-equilibrium plasma that is
formed around the Paschen minimum, but at a much higher pressure. Atmospheric pressure would
require a 10 um gap. On the other hand, to achieve a stable operation at high pressures one needs to
use complex geometries as it proved very difficult to operate parallel plate micro discharges. Yet,
many authors have assumed parallel plate geometries with narrow strips crossing at small distances
and assumed that the breakdown occurs at the shortest distances. This has led to a number of papers
where the left hand side of the Paschen curve showed no or little variation that could be erroneously
interpreted as the onset of field emission (that was predicted to occur only for d < 10 um [9]). We have
made an effort to perform measurements in well defined and contained parallel plate discharges, to test
the applicability of Townsend’s phenomenology at small gaps [17].

Before proceeding to any modelling, we needed to test the laws of scaling, which for low pressure
collision dominated discharges are E/N, pd and jo? (and also «/N and B/N for time varying fields and
for magnetic fields). The critical scaling is due to the current density j. Rarely are the V-I
characteristics represented through j (as it should be) and even then it is not stated that j is actually
determined by dividing the current by the entire area of the electrodes. In reality, however, constriction
dominates in the glow regime. Even in the Townsend’s and in the abnormal glow regimes the radial
profile is quite different and so is the effective area. Taking advantage of transparent yet conducting
materials for electrodes and also of ICCD cameras, we were able to record V-1 characteristics and scale
them to the real current density even in cases of complex constricted modes. First, we established that
in the normal size discharges, when the current density is properly determined, it remains constant
throughout the glow regime (so it is represented by a single point in V-1 characteristics [18].

Secondly, we have been able to show that for discharges bordering on micro discharges (0.5 and
1 mm gaps) the jd? scaling works and finally we have extrapolated those findings (by using pD scaling
where D is the diameter of the constricted region) to smaller gaps where we could not easily record the
current profiles [17]. It was found, as can be seen in figure 5, that a Townsend type of scaling holds at
those gaps until perhaps some smaller geometries where field emission really comes into play [19].
We have even shown that the spatial profiles scale well so that the ionization coefficient could be
determined rather accurately from the axial emission profile of micro discharges [20].

It was also shown that the Paschen curves obtained for micro discharges (and sometimes even for
the standard size discharges) that do not show a change of voltage on the left hand side beyond the
minimum are due to an incorrectly assumed shortest distance for the gap when long path breakdown
was allowed [21]. Reducing the chances for the long path breakdown brings back the Paschen curve to
agreement with that obtained for standard dimensions/pressures.

The fact that we proved scaling and also were able to obtain accurate readings of ionization
coefficients proves that it is possible to apply Townsend’s phenomenology and even to some degree
theory to micro discharges. The jo? scaling allows Townsend regime to operate at considerably higher
current densities.

5. Time resolved measurements

A preliminary publication of our results on time dependent recordings of the development of the
breakdown and DC discharge regimes was given in [9,22], while the majority of the data remain
unpublished. The results may be summarized as follows. During the initial stage, the discharge passes
through the Townsend regime and, as the current increases, glow and abnormal glow regimes are
visited. During the minimum of oscillations, the discharge almost immediately returns to the
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Townsend regime and then changes occur again and again following oscillations in current. Studies
such as this one performed for a parallel plate geometry are needed to provide the background for
understanding developments in more complex geometries [23] and different scales.

450

pd = 1Torrem = d=1cm, p=1Torr, D="5.4cm
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Figure 5. V-1 characteristics for standard size and micro discharges obtained by using the jd?
scaling and pD scaling for the size of the constricted regions. One should not pay attention to the
actual vertical scale, normally it is taken care of by subtracting the breakdown voltages in each
case, but in the case of micro discharges we could not make accurate measurements as it was not

possible to achieve stable operation in the Townsend regime. The vertical scale variations are
due to different conditions on the electrodes surface [17].

6. Discharges with inhomogeneous cathodes

The usual assumption in the low current limit is that the discharge is uniform over the entire surface
and the radial profile is the solution to the diffusion equation. Only in the higher current (glow) regime
a constriction develops and only when the field ceases to be constant along the axis. This has been
questioned recently for micro discharges when it was found that the scaling laws are maintained only
when an assumption of localized modes is made, the modes that have a dimension proportional to the
diffusion length for the given pressure [17]. The problem is hindered further by the high pressure that
reduces the diffusion length and by the fact that the ratio of gap to radius becomes very small in
practical experiments [17].

We have, however, observed localized discharges in Townsend regime for standard size discharges
(1 cm) and moderately low pressures [24]. In figure 6 we show one such example in nitrogen where
the discharge is limited in the radial direction by the region of deposited material due to numerous
pulses in the high current mode. It is clear that the deposited region has a lower secondary electron
yield ¥ and thus the discharge cannot be self-sustained over that area for the given voltage. In order to
overcome this region of reduced y, the volt-ampere characteristics have to be quite different as
compared to the one with pristine cathode. Even a positive differential resistance is observed [24].

The characteristics of such a discharge may be a prototype for the breakdown in pulsed DC
discharges where numerous discharges change the properties of the cathode considerably. In addition,
one may construct cathodes of different materials and design desired characteristics. For example,
cathodes coated by a semiconductor [25, 26] have been often used for achieving some properties that
are not easily accessible by conducting electrodes. The high resistance of the semiconductor which is
in the innermost circuit assures a broader range of stable operation [14]. Combining conducting and
semiconductor materials may help reduce the breakdown potential while achieving a V-I characteristic
that is less prone to oscillations.
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7. RF breakdown

When rate of change of the field is such that
ions cannot complete their trajectories, then it
is possible to operate in conditions when
electrons may be the only particles sustaining
the discharge. The feedback is provided by
returning electrons in the second half of the
period and thus a full circle is achieved. It has
been assumed in old textbooks and papers [27]
and in more recent papers [28, 29] that an
optimum breakdown condition is achieved
when the average electron can cross the gap in
one half period. In fact, the breakdown
condition has been used to obtain experimental
values of the drift velocities for RF fields and
convert them to DC values by assuming that
in RF fields the drift velocity is a sinus
function peaking with the DC drift velocity
and having no delay [29]. We modelled the
RF breakdown using a detailed Monte Carlo
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Figure 7. Development of density and ionization rate for the breakdown of RF
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contrast), while the dotted sinusoidal lines represent inversed AC field. Both curves
are for 0.2 Torr; the top curves are for the minimum breakdown voltage (93 V)
while the bottom curves are for the maximum breakdown voltage (447 V) [30].
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representation of all the collisions and field dependence on time. Figure 7 shows the temporal
development of the concentration of electrons and of the ionization rate [30]. As the quasi-Paschen
curve for the RF breakdown has double values for breakdown voltage at the same pd (for a range of
pd) we show results at the lower and at the higher breakdown point. Outside these borders the
discharge cannot be ignited. At the lower point, the breakdown condition is achieved by merely
matching the production without much of the electrodes overlapping with the swarm. At the higher
end, however, the swarm overlaps considerably with the electrodes thus representing significant losses
to the electrodes. At the same time, the peaking ionization must compensate for all the losses.

We found that, while the standard explanation of the RF breakdown is very good, still some fine
tuning needs to be done by a full kinetic representation (such as a Monte Carlo simulation) to be able
to describe all the intricacies. In addition, one needs to extend our model by the contribution of ions
and fast neutrals as well as photons. These will modify the Paschen like curve and hopefully make it
more realistic but for a wide range of conditions one may find that electrons dominate in sustaining the
plasma. We also have to include the secondary electrons formed by the electron impact on electrodes.
This effect will lead to the so-called multipacting modes.

One should also note that numerous attempts to use analytical and semi analytical models based on
simplified expressions for the basic properties have migrated from DC discharges to the RF
breakdown. These results provide insight into pertinent processes [31-34] but require some form of
fitting to provide quantitative agreements.

8. Conclusions

The oldest chapter in the book on plasma physics, the breakdown and low current discharges, has been
changed tremendously in the past twenty years. The main agent facilitating the feedback needed to
achieve DC breakdown, the ions colliding with surfaces, have been changed to include photons, fast
neutrals, metastables as well as ions. By including all these processes, as well as back-diffusion [3,35]
one was able to predict effective yields and Paschen curves based on the binary collision data [3].

The field of low pressure DC discharges proved to be a fertile ground for both fundamental studies
and for obtaining and testing the applicability of the fundamental data that would eventually be used
for modelling of more complex systems. Extensions to micro discharges and RF breakdown have been
made, together with first attempts to model RF plasmas with secondary electron yields [36] as
obtained in a more detailed and recent analysis.

With the new drive for benchmarking plasma modelling systems [37], we believe that the best
strategy would be to start from the swarm benchmarks and then use the negative differential resistance
of a DC Townsend discharge as a benchmark for space charge effects and also use some additional
breakdown properties. This would provide clear and simple experimental observables that may be
modelled exactly and independently and provide the next step for more complex plasma benchmarks.
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Abstract

CrossMark

This paper contains results of the detailed simulation study of the breakdown in low-pressure radio-
frequency (RF) argon discharges. Calculations were performed by using a Monte Carlo code
including electrons only, with the assumption that the influence of heavy particles was negligible.
The obtained results are in a good qualitative agreement with the available experimental data and
clearly show the multivalued nature of the left-hand branches of the breakdown voltage curves. The
physical processes defining the breakdown conditions were analyzed based on the spatial profiles of
electron density, local mean energy and the number of elastic and ionization collisions. Under the
conditions where two breakdown values existed one could identify two regimes and two different
balances between the electron losses and production. Using the dependence of the breakdown
voltage on the product of the pressure and the interelectrode distance, and the product of the
frequency and the interelectrode distance, similarity laws for RF breakdown have been reexamined.

Keywords: plasma modeling, Monte Carlo simulation, radio-frequency breakdown,

similarity law

1. Introduction

Capacitively coupled radio-frequency (RF) discharges are
attracting increasing attention due to their wide applications in
many technological processes [1] such as plasma etching for
semiconductor materials, thin film deposition, plasma cleaning
[2] and increasingly popular biomedical applications [3-5].
One of the crucial issues is understanding the pertinent
processes that drive the breakdown and transition to RF plasma
and how those could be modeled. In that respect a wealth of
information can be obtained from the breakdown voltage
curves. Gas breakdown represents the first step in plasma
generation. A specific characteristic of RF plasmas is that the
self-sustained discharge may be maintained merely through
ionization by electrons. There the feedback process is the return
of electrons when the field changes direction, as a replacement
of the ion drifts towards the cathode, which is the feedback in
DC discharges [6-9].

4 Author to whom any correspondence should be addressed.

0963-0252/18,/075013+-10$33.00

Although gas breakdown has been studied for more than
100 years, many aspects are poorly understood. A simplified
explanation dating back to an early version of the textbook by
von Engel [8] (and perhaps dating back even further) is that
only the group of electrons that completes the transition in
one half period from one electrode to the other has a chance
of being multiplied. Basically, the drift velocity that is inte-
grated and averaged over the half period has to be equal to the
gap between two electrodes [6, 7]. Most certainly the points
that need clarification are the mechanism of the double-valued
breakdown curve, the validity of the proposed mechanism of
the relationship between drift in one half period and the gap,
and also the role of non-locality on the development of the
breakdown. All of these processes are properly accounted for
in the simulation presented here.

In the first half of the 20th century there has been a major
development of techniques to solve the time dependent Boltz-
mann equation [10-16] continued by Wilhelm and Winkler in
the °70s and Makabe in the ’80s [17, 18]. First exact solutions
for the time dependent transport were obtained by using Monte

© 2018 IOP Publishing Ltd
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Carlo (MC) simulations [19] and numerical solutions to the time
dependent Boltzmann equation [20, 21]. Numerous approximate
experimental and theoretical papers have been published on the
breakdown in RF using simplified semi-analytic forms [22-26].
At the same time fluid, hybrid and particle-in-cell (PIC) models
of RF plasmas include early stages of the growth of ionization
[18, 27, 28]. In recent years, computer modeling and simulation
has emerged as an effective tool that complements laboratory
experiments and analytic models. PIC/MC simulations have
been used extensively to study fundamental processes in capa-
citively coupled RF discharges [29-32].

In this paper calculations were performed for argon dis-
charges by using an MC code under the condition of a low
degree of ionization so that the transport of particles could take
place in the externally defined uniform field. In doing so we tried
to use the advantage of the well tested MC codes that may
provide very accurate time dependent transport data [33, 34]. At
the same time the development of the plasma through weakly
ionized phases was studied in order to test the applicability of the
transport coefficients and fluid models in representing such a
breakdown. Thus, we have used a fully tested and benchmarked
code for electrons (that also has the facility to include heavy
particles, ions and neutrals) with a full range of sampling and
treatment of the cross-section data. The logic is that during the
breakdown the swarm physics exactly describes the charged
particle ensemble and only a much higher density particle needs
to include the space—charge effects. As it has been mentioned
earlier, that electrons alone may maintain discharge through
ionization and described the main features of the breakdown
curves, we start with electrons as the only agents precipitating
the breakdown. Only after we start comparing with the experi-
ment do we add other effects (ion induced secondaries, meta-
stable induced secondaries, fast neutrals and their effect, photon
induced secondaries and finally electron induced secondary-
multipactors). But those are not in the scope of this paper. This
paper represents one of the first steps in obtaining a more
complete description of the low-pressure RF argon discharge,
which provides us with an insight into the basic physics of the
breakdown (preliminary results are presented in [35]).

2. Methods

For this study an MC code, which was developed and tested
(tested both for DC and RF benchmarks [33, 34, 36]) is used.
Since MC technique have been explained elsewhere [37, 38],
only a brief description of the code will be given here. We
developed an MC code that traced electrons only. Heavy
particles and the effect of photons were also added, but those
results are not included in this paper. The code was tested for
electron (and ion) transport and was shown to give accurate
electron energy distribution functions (EEDFs) and transport
coefficients in model gases and in argon [33, 37].

The calculations were carried out for argon discharges
generated between infinite plane-parallel electrodes at a fre-
quency of 13.56 MHz (unless specified otherwise). Argon was
chosen for many reasons: first of all, it is an atomic gas with a
simple energy transition spectrum and it is easy to operate with.

At the same time, its cross-section data and other necessary input
data are available and well tested, thus are reliable. One can refer
to argon as a ‘benchmark’ gas in discharge studies. We included
a set of cross-sections that were shown to provide excellent
agreement with the measured transport data and which included:
elastic scattering of electrons, excitation to the effective triplet
state levels, excitation to the effective singlet state levels and
ionization. The two excitation cross-sections had been well
tested for argon swarms [39, 40]. This paper includes a complete
set of the electron—argon interactions included in the modeling
representing all the processes that we needed to produce the
basic breakdown curves and explain their features.

At the beginning, the electrons were released from the
middle of the gap between the two electrodes with no initial
energy. Any further electron motion and different interactions
depended on the applied alternating current (AC) field, random
number generator and the solutions of the kinetic and balance
equations. At this point, the surface effects of the electrodes were
not included. When an electron reached the boundary, it was
assumed to be removed and had no influence on the discharge
kinetics. We had a facility to add reflection or other surface
processes easily based on the available experimental data.

In our simulations the breakdown voltage curves were
recorded in accordance with the procedure described in
[6, 41, 42]. On the right-hand side of the breakdown voltage
curve, the breakdown voltage was determined by fixing a
pressure and increasing the applied voltage. For the left-hand
side of the curve, the voltage was fixed while the pressure was
varied. In the MC simulations these two procedures were
equally simple while the case of experiments with variations
of pressure may be more complex.

Figure 1 shows the changes in the number of electrons over
time for: (a) the fixed maximum voltage of V = 160V and at
three different pressures (p; = 0.134 Torr, p, = 0.135 Torr and
p3 = 0.136 Torr) and (b) the fixed pressure of 0.2 Torr and five
different voltages (60, 94, 270, 447 and 700 V). As can be seen
from figure 1(a), at the pressure p; = 0.134 Torr there was no
electron amplification in the required quantity that could com-
pensate the electron losses at the electrode, so the total number
of electrons decreased over time and the slope is negative. At the
pressure p, = 0.135 Torr, however, there was a notable increase
in the total number of electrons over time, which can be inter-
preted as an increased number of ionizations due to the higher
density (as compared to p;) of the background atoms and con-
sequently a larger number of collisions. The breakdown occur-
red somewhere between p; = 0.134 Torr and p, = 0.135 Torr.
The pressure resolution was 0.001 Torr. A more accurate pres-
sure can be obtained by interpolation between the nearest two
values of pressure, in this case p; and p;.

Figure 1(b) is presented to depict how the number of elec-
trons changed over time with large variations in the voltage. The
pressure (0.2 Torr) and voltages that were chosen correspond to
the vertical line in figure 2(a). When the pressure was fixed (see
figure 1(b)), there were two values where the mean number of
electrons was barely maintained, which means that those are the
boundaries of the breakdown (94 and 447 V). In-between the two
breakdown values one has excessive growth in the density (in a
real circuit this would push the operating point to either of the
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Figure 1. The time dependence of the simulated number of electrons for: (a) the fixed voltage of 160 V and various pressures and (b) constant

pressure of 0.2 Torr and various voltages.
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Figure 2. The breakdown voltage curves for argon RF discharges at 13.56 MHz and the gap size of 23 mm. The Monte Carlo Simulation
(MCS) includes electrons only. (a) Comparison of the breakdown voltage curve obtained by MCS (red circles) and experimental available
data [6] (blue squares). Vertical line for p = 0.2 Torr and different voltages indicates sampling points presented in figures 3 and 4. (b) MCS

obtained curve indicating sampling points of spatial profiles presented in figure 5. Sampling points are marked by numbers and letters.

two breakdown voltages). Results within that range are on a
positive slope, whereas results outside that range showed decay
advancing towards termination (e.g. data for 60and 700V).
Outside the breakdown region (above 447 V and below 94 V) the
density of the electrons rapidly diminished (60 and 700 V).

In both figures 1(a) and (b), there are periodic oscillations
of the electron number. In figure 1(a), with a fixed voltage,
these oscillations are the same in the sense of period and
amplitude. In figure 1(b) the period of the oscillations is the
same while the amplitudes are different depending on the
applied voltage. With changes in voltage the effective rates
that define the speed of relaxation may change and affect the
undulations of the properties such as the number of electrons.
This is because the high voltage electrons reached the ioniz-
ation energies more easily and in larger numbers so the

number of electrons changed more rapidly within one period
of time. The losses at the electrodes may have balanced the
increased production, they increased because more of the
electrons were being pushed to the electrodes by a strong AC
field. As the voltage decreased less energy was transferred
from the field to the electrons and the number of ionizations
reduced (the increasing number of electrons within one period
was smaller). For a lower voltage both the loss and production
were smaller as the electrons did not reach the electrodes
(oscillations were barely noticeable for a voltage of 60 V).
One can conclude that the period of oscillation of the electron
number was determined by the frequency of the external AC
field while the amplitude of the oscillation of the electron
number depended on the amplitude of the applied AC field
(energy transfer from the field to the electrons).
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Figure 3. Spatial distributions of: electron concentration, mean energy and rates of elastic scattering and ionization for the pressure of
0.2 Torr and two breakdown points: (a) V = 94 V and (b) V = 447 V (points are marked in figure 2(a), (a) corresponds to (1) and (b)
corresponds to (4)). The light blue line represents the AC field, while the dashed light blue line corresponds to the field dependence inverted
to represent the force affecting the electrons. Interelectrode gap is 23 mm and frequency is 13.56 MHz. Number of electrons in the simulation
was selected to have a similar statistical quality of the results with the smallest rate (i.e. ionization). Thus the color scales are not representing
any quantitative data that may be compared for different conditions only the indication of the profile of the ensemble.

3. Results and discussion

3.1. Spatial profiles of electron density and ionization rate as a
representation of the potential for achieving breakdown

The dependence of the RF breakdown voltage on the pressure
is presented in figure 2. The results of our MC simulations
(red circles) are compared with the experimental data taken
from [6] (blue squares) in figure 2(a). As can be seen on the
left-hand side of the simulated curve, for a fixed pressure
there are two values for the breakdown voltage. The discharge
may start between these two values, while above and below it
quenches rapidly (as indicated in figure 1). This observation is
in agreement with the previously published experimental data
[6], at least qualitatively. The crosses correspond to the
sampling points on a vertical line p = 0.2 Torr. Two points
are on the breakdown curve (94 and 447 V) and two points
are in-between (170 and 300 V). In principle, in a simulation
operation above the breakdown conditions the growth of
electrons is allowed. In experiments, however, the operating
point will move towards either of the two breakdown curves.
The development of the spatial profiles (see figures 3, 4)
along the vertical line provides an insight into the pertinent
physical processes. On the other hand in figure 2(b) the
sampling points marked by letters are on the breakdown
curve. The spatial profiles associated with these points and
shown in figure 5 indicate a difference in the physical pro-
cesses with a variation of p (pd).

The spatio-temporal development of the profiles of:
electron density, mean energy, elastic collisions and ioniz-
ation are shown in figure 3. The calculations were performed
for a frequency of 13.56 MHz, a gap size of 23 mm, a pres-
sure of 0.2 Torr and two breakdown points: (a) 94 V and (b)
447V (as indicated in figure 2(a)). As the voltage increased,

the low voltage breakdown point was reached, but most of the
electrons did not reach the electrodes. The profile of the
electron cloud is broad, not really sinusoidal, but generally
follows a sinusoidal shape. There were maxima in density,
elastic scattering and in mean energy when the cloud was
closest to the electrodes. The peaks were delayed by a large
phase delay to the voltage waveform. In fact, the peak started
moving towards the center of the gap only at the phase when
the field changed direction and not for the maximum of the
field. This can be easily understood because for ionization
only two regions close to the maximum of the applied voltage
(field) were abundant in the collisions while still following a
similar temporal and spatial dependence.

At the higher breakdown point the spatial profiles were
much narrower and there was a strong overlap with the
electrode. While the electron density peaks were slightly
away from the electrode the highest energy /the most likely to
ionize the electrons’ peak was right at the edge of the
electrode.

It is important to note that our MC code obtained a
double-valued voltage on the breakdown curve by treating
electrons only. For some gases [43] even ‘S’ shaped curves
with three points may be observed. The explanation of this
phenomenon is as follows: for the lower voltage one needs to
compensate losses at electrodes by increasing ionization, and
any increase in voltage leads to a higher ionization. If we
move to higher voltages, ionization is increased but so are the
losses at the instantaneous anode. This is a consequence of
pushing electrons closer to the electrodes with an increasing
AC field. The losses may be represented by imagining the
remaining electron ensemble spatial distributions that extend
over the electrode edge into its bulk and this distribution
increases with the applied voltage. At a certain point this part
of the ensemble that passes past the electrode will increase so
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much that ionization in the gas (in front of the electrode)
cannot compensate the losses and the discharge will switch
itself off. In figure 3 this is represented by the spatial profile
of the electron concentration and mean energy, which indi-
cates the potential for ionization.

The profile of the increasing ionization rate of the group
closest to the anode is shown in figure 4 along the fixed
p = 0.2 Torr for four points marked in figure 2(a). With an
increasing voltage more and more of the ionization-capable
electrons would be lost at the surface. At the lower applied
voltage (94 V) though, the swarm oscillates between two
electrodes without reaching them and the majority of ioniz-
ation-capable electrons have no difficulty ionizing.

3.2. Variation of the spatial profiles with pd along the
breakdown curve

Having presented results that indicate the changes in the spatial
profiles of all the discharge parameters along a vertical line
(p = const.), figure 5 exhibits the spatial profiles along the
Paschen-like breakdown potential curve. Stating that the curve
is Paschen-like does not imply in any way that the Paschen
mechanism is relevant here in its entirety. The points on the V-p
plane that have been selected to show the spatial profiles of the
various properties of the electron swarm ensemble are marked
on the breakdown curve shown in figure 2(b).

Plots (a) and (d) in figure 5 are repeated from the previous
figures. The first represents the higher point on the breakdown
curve, the second the lower point on the breakdown curve for
p = 0.2 Torr. Plots (b) and (c) on the left are the rapidly rising
branch of the breakdown curve. It is clear that under those
conditions the magnitude of the field manages to bring all of
the electrons close (within one mean free path) to the electrodes
during one half period. Those points have all the characteristics
of the operation well above the lower breakdown points and
close to the upper branch. The principal issue here is whether
the losses at the electrode may be balanced by the production of
electrons in its proximity, the production that is made more and
more difficult by the reduced number of collisions in a similar
fashion to the left-hand branch of the DC—Paschen curve. As a
result of this balancing between losses and gains the peak of the
mean energy and the number of ionizing collisions clearly
occur right before reaching the electrode and after the max-
imum in the field. At the same time the peak in density occurs a
little later as a consequence of the ensuing burst of ionization.
The number of elastic collisions follows the profile of the
density better, while, as stated, the number of ionizations fol-
lows the profile of the mean energy.

The spatial profiles in figure 5(c) also become somewhat
closer to the lower branch profiles of figure 5(d), where the
majority of ionizations occur in the bulk of the discharge, and
the whole ensemble merely brushes against the electrodes.
The balance between losses and gains, as displayed in
figure 5(d), seems optimal as there are minimal losses while
the number of collisions provides ample opportunities to
compensate for them. As the pressure increases (for a fixed d)
the number of collisions increases further and thus it is more
difficult to achieve higher energies so the breakdown voltage

increases but slowly. More importantly, the density profile of
the electrons loses sharp peaks and becomes more sinusoidal
in the center of the gap with vanishing density due to losses
close to the walls. The mean energy is still modulated fol-
lowing the field dependence albeit with a delay. A similar
modulation is observed in the elastic collisions mainly due to
the energy dependence of the cross-section. It is important to
note that collisions occur on both halves of the gap, as the
density profile, while modulated, does not show complete
migration of electrons towards the instantaneous anode and
away from the cathode. As a result of the ensemble over-
lapping from one to the other electrode, the highest energy
electrons responsible for ionization will be generated
throughout the gap and under those conditions, ionization,
however weak, spreads on both halves almost equally
(figures 5(e), (f)). The difference between ionization profiles
in figures 3(a) and 5(d) is that in the former one we have
enhanced the number of events by the accumulation of events
through releasing more electrons for the same set of condi-
tions to make the simulation conditions the same for all
figures in the cluster of figure 5.

Furthermore, we employed an MC code to provide a
more detailed picture of the physical processes by observing
the energy distribution function that has to be related to the
processes occurring in the region of active ionization (i.e. near
the electrode). As can be seen in figure 6, the overlap of the
distribution function with the relevant cross-sections (both
excitation of metastable and ionization) is of essential
importance for the maintenance of the discharge. For high
voltages (figure 6(a)) there is a significant overlap of the
EEDF and cross-section for ionization. A great deal of high
energy electrons that can ionize were being absorbed by the
electrodes and lost. Under these conditions (V = 447V and
p = 0.2 Torr) there was a fine balance between the losses and
production of electrons. A significant increase in the EEDF
right in front of the electrode at higher voltages (i.e. lower
pressures) is also observed. The increase means energy (and
the mean free path) for lower pressures was the result of a
reduced number of collisions as the electrons crossed the gap
so ionization was to become more efficient. As for high
pressures (figure 6(b)) only the tail of the EEDF at the elec-
trodes is overlapping with the cross-section for ionization.
There is no significant loss of ionization-capable electrons
and discharge is easier to maintain which can be observed as
smaller increase of voltage in right branch of breakdown
voltage curve as compared to the left branch.

3.3. Scaling of RF breakdown profiles: breakdown voltage
depending on the gap length and frequency

RF breakdown has a different nature compared to DC break-
down. Therefore, pd scaling that is applicable in DC breakdown
voltage curves needs to be extended to include frequency
dependence. Figure 7 shows the breakdown voltage curves for
various: (a) gaps and (b) frequencies. The curves have a similar
shape with a large variation of parameters. For a fixed frequency
one cannot maintain the scaling, as in addition to pd scaling
there is also fd (interelectrode distance times frequency) scaling
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Figure 7. (a) Simulated breakdown voltage curves for: (a) a fixed frequency of 13.56 MHz and various gaps sizes and (b) a fixed gap of

23 mm and various frequencies.

that needs to be satisfied [44—46]. The same is valid for a fixed
gap. Scaling with proper variation of both the frequency and the
gap is shown in figure 8.

Both the frequency and gap are varied while keeping the
fd constant and observing the pd dependence. We can see a
very good overlap that is excellent at higher values of pd
while at lower values of pd and higher breakdown voltages
there is more of a difference, presumably due to the non-
linearities brought about by the overlap of the electron cloud
with the electrode. While presenting breakdown curve scaling
is important and indeed points out the validity of the scaling.
The critical test of the scaling would be the observation of the
spatial profiles depicted in figure 9 for pd around 0.34 Torr cm
and a number of frequencies with the corresponding gaps. It is
clear that for a narrow range of fd and pd all the spatial
profiles coincide. That is the physical foundation of the
scaling laws, which basically scales the number of collisions
per length and time.
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Figure 8. Scaling according to pd and fd scaling laws of RF voltage
breakdown curves. Box indicates region with points for which the
spatial profiles are plotted in figure 9.
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Figure 9. Spatial distributions for a number of points that have the same product of frequency and distance between electrodes
(fd = constant) and also for a fixed pd = 0.34 Torr cm. All figures are obtained with the same initial number of electrons so the relative

magnitudes of the same coefficient are indicated by the colors scale.
4. Conclusion

In this paper the physical background of low-pressure RF
argon discharges is studied. It is found that the simplified
phenomenology of transfers from one electrode to the other is
often not met especially at higher pressures where electrons
may produce sufficient ionization while crossing shorter dis-
tances. At lower pressures, conditions to reach the electrodes
are acquired at the cost of an increased breakdown voltage.
Under those conditions the balance between new electrons
being produced and the increase in mean energy determines
the breakdown. Thus it is possible to have two breakdown
points (and the region of the double-valued breakdown curve
coincides with the region where electrons reach electrodes in

one half period) for one pd value. The higher point is where
the balance is encountered due to the losses of high energy
electrons hitting the anode and being absorbed by it.
Another issue of scaling is illustrated well with the obtained
results. The breakdown follows the standard pd scaling very well
but it has to adjust itself to the fd scaling as well. The fd scaling
has been discussed within the terms of breakdown physics by
Lisovsky et al [45] and it addressed [44]. However both scalings
have been established in the earlier electron transport (swarm)
studies [14—-16, 46] basically as a condition to maintain the
number of collisions per certain distance or in certain time. The
spatial profiles of the electron properties shown in figure 9 give
an indication of how scaling involves identical spatial distribu-
tions and other properties thus supporting the predicted scaling.



Plasma Sources Sci. Technol. 27 (2018) 075013

M Puac et al

Results, presented and discussed here, confirm that the
modeling of RF breakdown by using a detailed MC code pro-
vides an excellent and relatively easy entrance into the pertinent
physical processes. In the later stages plasma properties become
important and one has to follow the space—charge development,
which makes the situation much more complex. Yet the onset of
the breakdown is purely a swarm phenomenon and the begin-
ning of the development of the plasma may be clearly envi-
sioned and explained even quantitatively by a swarm model.
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Using Swarm Models as an Exact
Representation of Ionized Gases

Zoran 1j. Petrovi¢,* Dragana Mari¢, Marija Savi¢, Srdan Marjanovic,

Sasa Dujko, Gordana Malovi¢

In this review, several examples of ionized gases are presented where swarm models may be
employed to provide full description. Those situations include low space charge pre-breakdown,
Townsend region breakdown where space charge effects may be calculated from the

swarm model and used as the first order perturbation to
describe oscillations and transient signal and afterglows.
In addition, implications are considered for micro-
discharges, discharges in and close to liquids, gas-filled
particle traps, thermalization of particles in living tissue,
and many more. In all those situations, swarm models
provide full description of the discharge, while for most
other collision dominated non-equilibrium plasmas
swarm physics (transport-related phenomena) provides

a part of the foundation of modeling.

1. Introduction

Swarm data and the basic transport equations have been
the foundation of the modeling of low temperature (ie,
non-equilibrium) plasmas.*™ In doing so, it is often
assumed that the transport data obtained under such
conditions fit well the fluid or other equations used tomodel
plasmas. Without going into discussion of whether that is
the case or not, we need to stress that the use of swarm data
or of the swarm derived cross-section sets®" is a
prerequisite in achieving proper energy, momentum, and
number balances in plasma models and in having properly
calculated non-equilibrium distribution functions. Even
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though in RF fields and in the presence of strong variations
of the distribution function, the use of swarm parameters
may become complex due to non-locality®*") these data
have been used successfully and with little evidence of
inadequacy. That is presumably due to a robust nature of
plasma models (physics) dictated primarily by the space
charge adjustment that provides a field distribution
necessary to maintain the existence of the plasma itself.
In this paper, we shall, however, focus on the ionized
gases where the swarm models are an exact representa-
tion of the system, as exact as the available data allow it
and as exact as small perturbations of the external field
do not constitute a major source of the relevant particles.
Usually it is assumed that by cornering yourself into the
low current limit and favoring situations where ionized
gas does not use its ability to self adjust the field profile,
will lead to very few, if any (with exception of swarm
experiments of course), examples where such physical
models is adequate. That, luckily, is not true and we have
a number of examples where swarm models provide
sufficient and even complete description. This paper
attempts to provide a review of such examples and also to
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provide an insight on how swarm models may be used as
plasma models. This work is naturally primarily focused
on the results of our group.

1.1. What Are Swarms?

Swarms have been defined as ensembles of charged
(although the paradigm may be extended beyond charge)
ensembles of particles freely moving through the back-
ground gas, gaining energy from the external electric field,
being under the influence of the external magnetic field,
and dissipating energy and momentum in collisions with
the gas molecules. It is assumed that all collisions are with
the pristine, unperturbed gas and also that space charge
effects and Coulomb coupling are both negligible. In other
words, it is the zero ionization limit of plasmas where
collisions reign supreme and where the field is “known,” i.e.,
defined by the external voltage. The behavior of charged
particles is defined by collisions and also by the energy gain
and the field configuration. Thus, this is the end where
atomicand molecular physics, integrated into the transport
theory, and overall kinetic calculations dominate.

An additional condition is also often introduced that
boundaries (such as metallic walls, sometimes grounded,
sometimes at some potential) are not felt throughout
most of the volume of the discharge. That, however, is not
absolutely necessary, it is merely there to provide the
basis for the so called hydrodynamic expansion that
allows us to separate the distribution function into a
velocity space distribution (f) multiplied by the real space
particle density profile (n(r,t)) by using spatial gradients
of the density:

00

flrv,t) =Y W@ (V) n(r,t) (1)

k=0

and spherical harmonics:
F) =D ()P (cos o)™, (2)
1=0

where P}"(cos 6) are Legendre polynomials and 6 and ¢ are
polar angles.

Very important aspect of this expansion, that allows us a
much easier numerical solution to the Boltzmann equation,
is the fact that if it is satisfied we effectively assume the
distribution function to be uniform throughout the entire
volume of the discharge. The standard swarm experiments,
and swarm physics have always been strongly associated
with well-defined experiments, that are able to achieve
such conditions throughout most of the volume of the
discharge. To do so, a combination of the use of high
pressure and control of the current density is required. In
any case, substituting Equation (1) and (2) into Boltzmann
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equation:
_J+ a_J+i E+ B_J—_(fF
ot ¢ or m( ex ) dc 4 0) (3)

where J(f,Fy) is the collision operator, provides the means to
define and calculate the transport (swarm) coefficients.

On the other hand, most low temperature plasmas
operate under conditions where hydrodynamic approxi-
mation may not be appropriate. Those include low pressure
discharges, where mean free path may be comparable to the
size of the vessel, sheaths, and electrode regions and also
high gradient areas, like those found in the front of the
streamers, thermalization from the initial distribution, or
the very high E/N conditions, when charged particles may
achieve a runaway. Thus we shall apply swarm models in
both sets of circumstances allowing for non-hydrodynamic
conditions when required.

1.2. Swarm Models

A swarm model would be a model based on a Boltzmann
equation (BE),**~*#, Monte Carlo simulation (MCS),*>7#! or
some of the simplified equations such as the Momentum
transfer theory (MTT).**~2* More than actual modeling, one
may use transport data to directly calculate properties in
hydrodynamic region. If, however, it is not hydrodynamic
then the ionized gas should perhaps be modeled by MCS.

An important feature of swarm models is that those are
often approximate, like MTT in general, or BE if only two
terms are maintained (in expansion given by Equation (2))
or some model collisional operator is employed. Verifying
exact nature of the model is thus an important issue
and for that purpose, swarm benchmarks are often
employed.[*>1822725] we will not spend more time on this
issue as it has been well covered by a number of papers.[2°!

We will, however, define conditions where swarm
models are expected to be appropriate and then proceed
to illustrate some, such as:

e Low space charge density ionized gas in general like the
charges in the atmospheric gas.

e Pre-breakdown avalanches requiring external field but
not quite making it to the self-sustained regime.

e Breakdownwheretheinitial phase and the transitiontothe
self-sustained regime are in swarm regime while the final
stage may be a fully developed plasma, and thus the
conditions for the breakdown are defined by the swarm
regime.

e Gaseous dielectrics are also defined by the operation in
the swarm regime as their use is to prevent development
of the plasma in the first place.

e Gas-filled traps such as Penning Malmberg Surko trap for
positrons.
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e Detectors of elementary particles starting from
Willson’s chamber and Geiger counter, through drift
and avalanche chambers and finally including the
most frequently used resistive plate chambers (RPC)
detectors.

e Low current diffuse discharge (Townsend discharge) that
operates in the low space charge limit, although even
when space charge starts making the entrance it is
usually as a perturbation to the swarm model.[2”~2°]

o Afterglows, after the collapse of the ambipolar field.

e Thermalization of elementary particles emitted from
radioactive sources or of cosmic rays and of their
secondary products, and many more.

2. Pre-Breakdown, Free Electrons in Ionized
Gases

Pre-breakdown, or transport of charged particles in field
free conditions or in fields too weak to achieve self-
sustained operation have been studied for many years. For
obvious reasons, the primary target of such studies has
always been modeling of swarm experiments that have
been designed to provide high accuracy without uncer-
tainties in interpretation so that the measured transport
coefficients may be used to normalize the sets of cross-
sections.Itisimportant tosay that modeling may be donein
the real space and thus provide the connection between
observables and actual transport coefficients under the
study. Modeling may also be in the velocity space where
calculating data is easier and then one comes to the point
when it is possible that due to differences between the real
space (bulk) and velocity space (flux) transport coefficients
oneneedstoactually modelnon-conservative aspects of the
complete transport in the experiment in order to fit the
measured observables and the resulting transport data.[®!
Inabasic swarm model in weakly ionized gas, would be the
use of an equation:

j=envy (4)

where j is the current density, v, the electron drift velocity,
and n is the charged particle density together with the
swarm data for the drift velocity. The spatial and temporal
profiles of swarms are usually described in hydrodynamic
approximation by using the so called continuity equation*°':

on on Pn  ?n
*E‘F (Vz' - Vaft)n - Vdr&‘l’DT ﬁ+w

0%n

where D is the diffusion coefficient (which may be either
transverse (T) or longitudinal (L)) and non-conservative rate
coefficients are v (ionization — i and attachment — att).

(5)
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Equations such as 4 and 5 have been used successfully to
model a number of experiments*°~*?! provided that
hydrodynamic approximation holds. Best examples of
the validity of this approach and the use of continuity
equation may be observed in photon emission profiles of
time of flight experiments of Blevin and Fletcher.?*%! In
some way, these profiles are akin to the detected profiles of
avalanches by Raether!®¥ in gaseous elementary particle
detectors (see also ref.*>] and discussion of detectors later
on in the paper).

When, however, assumptions going into the hydrody-
namic approximation are not valid,'® then a door is opened
for kinetic effects such as diffusion or attachment heating or
cooling **° transient negative mobility,****] negative
absolute mobility,***”) anomalous time varying diffu-
sion[*®49]  negative  transient  diffusion*®  Holst
Oosterhuis (Frank Hertz) luminous layers,>* > negative
differential conductivity (NDC),**** and many more. A group
of kinetic phenomena may occur even when hydrodynamic
conditions are not met and transport is not local.

As an example of how we may use swarm physics to
get an insight about the functioning of a device, we may
use a display of NDC to discuss its role in gas-filled
(diffuse discharge) switches. In Figure 1, we show drift
velocity of electrons in pure CF, where the most
prominent feature is a peak around 20Td. The region
beyond the peak where drift velocity counter intuitively
decreases is the NDC.

One class of devices, the so called diffuse discharge
switches, were developed to control inductive storage of
energy. Apparently, the power density in inductive
discharges is two orders of magnitude greater than
the power density of capacitive storage, which proved to
be essential for applications in space. Unlike capacitive
storage switch, the switch for inductive storage requires a
high conductivity at low E/N and low conductivity at high.
Thus it has been possible just to use the calculated drift

4 3 N
E 10-10 N

3¢
3k 3 IS
3 )
12 =
~2f 19" 8
' (&)
(2] =
3 =
mE 410™ 3
o (]
s WA Q
— £ ] ]
511 o~ 3 o
> op 16 =
Vas 110" ¢
& ()
# 1 E
& ey
1 L 1 1 10-18 8
1 10 100 1000 =

E/N (Td)

Figure 1. Drift velocity v,, (points triangles flux, solid circles bulk)
and attachment rate (line) for electrons in pure CF4.[55] The drift
velocity shows NDC from 20 to 60 Td while the attachment rate
peaks at around 120 Td.
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velocity versus E/Nto select the best candidates for practical
devices.*¢°7]

2.1. DC Breakdown

In studies of the breakdown, the self-sustained discharge is
achieved when production exceeds the losses. For electro-
positive gases, losses are difficult to calculate and depend
strongly on the geometry of the discharge. In case of
electronegative gases attachment dominates the losses and
as itis a gas phase process, it is easily established in general
terms. Thus, one could claim that the breakdown E/N
(which defines the breakdown voltage for a specific
geometry) is that where ionization rate becomes greater
than the attachment rate; or when the effective multipli-
cation coefficient (v; —va) (or represented in spatial
Townsend rate coefficients (o« — m)) becomes zero. Actually
it has to be larger than zero to compensate other geometry

Z. 1j. Petrovi¢, D. Mari¢, M. Savi¢, S. Marjanovi¢, S. Dujko, G. Malovi¢

dependent losses, but zero point is a good indicator of the
dielectric strength of the gas (mixture). In Figure 2, we also
show effective multiplication rate coefficient for tetra-
fluoroethane mixtures with argon.[°%>%

One can see in Figure 2 that for a low content of the
electronegative gas (5%), the breakdown E/N is smaller,
around 25 Td. For 50%, it is more than 70 Td and for pure
tetrafluoroethane it is more than 110 Td. Thus, having in
mind a cross-section set for a good gaseous dielectric, it is
required that there is an attachment process (dissociative
presumably) peaking at high energies just below the
threshold for ionization in order to postpone to higher E/N
the predominance of production over losses. Good dielec-
trics, however, also have an attachment (scavenging
process) that would peak at the lowest energies and thus
remove low energy electrons before they have a chance of
accelerating to higher energies. SF¢ is such a gas with
several non-dissociative and dissociative attachment
processes covering continuously energies from zero to just
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Figure 2. Effective multiplication rate for the mixture of tetrafluoroethane (5 and 50%) and argon. As we had to show the ionization rate
(denoted by ) in a logarithmic plot, the negative part due to the attachment rate (denoted by m) is shown separately on a linear scale.!5¥59]
MC denotes results of a Monte Carlo simulation, while TTAis an abbreviation for the two term approximation theory. Both sets of calculated
results are compared to experiment. The cross-sections were obtained by employing a standard swarm procedure to the available
experimental transport data.[®59! The principal thing that should be observed here is that for gases with large attachment, the breakdown
E/N may be easily established from the calculated ionization and attachment rates as a crossover point. For many application, such analysis

is sufficient for making engineering decisions.
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below the ionization. Other issues in developing a good
dielectric would certainly include plasma chemistry that
ensues after a possible breakdown. It is preferable that the
original molecule is re-formed to ascertain the longevity of
the dielectric, and should the gas from the dielectric be
released to the atmosphere, toxicity of products of a
discharge may become an issue. Except for the plasma
chemistry calculations of the dissociative effects, all other
aspects of gaseous dielectrics may be modeled by a swarm
model or related zero dimensional chemical kinetics
models.

Similar issues need to be resolved in gas discharge
switches except that the conducting phase involves high
conductivity plasma that may (or may not) require a full
plasma model. Yet the breakdown itself, a critical feature of
the switch, is established easily through swarm modeling.
Returning to the diffuse discharge opening switch, the basic
principle involving NDC in gaseous mixture may be
improved upon by adding a gas with a high threshold
attachment that would reduce further the conductivity at
the high (off phase) E/N, but in this case without the low
energy attachment (as that would be a hindrance). CF,
would be excellent for this purpose (as shown in Figure 1).

The issue of breakdown in general terms is also related
purely to swarm modeling and it has been covered in some
detail by Phelps and Petrovi¢.[°®! The standard Townsend
model of breakdown consists of an electron-induced
avalanche and ion feedback producing new electrons at
the cathode by secondary emission. It turned out!®® that
actually photo emission at low E/N, fast neutrals at high,
and metastables at all E/N contribute significantly to the
breakdown, sometimes even dominating. Adding to this
theloss processes not accounted for in the Townsend model,
such as back-diffusion, we may actually have an effective
secondary electron yield obtained from the breakdown
curves (according to the Paschen’s theory) one order of
magnitude lower or up to two orders of magnitude higher
than the secondary electron yield measured in a binary
beam experiment.!*” Townsend’s theory worked basically
because in the SWARM regime, all fluxes are proportional
(linearly) and thus the effective production could be
associated with the flux of only one particle. However, in
real plasmas with non-linearities and especially temporal
developments the basic Townsend theory may not be
adequate and thus analysis akin to that of Phelps and
Petrovic¢ (that is still a swarm-type modeling) may be in
order.

2.2. RF Breakdown

Basic data for radio-frequency plasma applications can be
acquired from simulations and experimental results, and
from recorded breakdown voltage curves. DC breakdown
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voltages versus pd (p-pressure, d-gap between two parallel
electrodes) are known as Paschen curves. For RF breakdown,
pd scaling may be expected to work again but the curves,
although similar in shape, are not determined by the
Paschen law. Nevertheless, these curves are often called
Paschen curvesintheliterature whileitis betterto callthem
RF breakdown curves or sometimes even Paschen-like RF
breakdown curves.

One should never attempt to determine secondary
electron yields from RF breakdown curves in a direct
manner, at least for the following reason. A necessary
condition for a self-sustained discharge is to have feedback
between the electron growth toward instantaneous anode
and theirinitialization at the cathode. InDC breakdown, it is
the drift of ions toward the cathode coupled with a
secondary electron production that provides the feedback.
In RF fields, however, electrons go in both directions,
depending on the phase, so a discharge may be supported
purely by electrons. We have performed calculations with
only electrons and also with added heavy particles, ions,
and fast neutrals.

Initially, electrons were released from the middle of the
gap. Cross-section sets have been compiled and tested
(argon, oxygen — Itikawal®!]; synthetic air — Phelps!®?)). In
our previous paper, we have examined radio-frequency
breakdown in argon under conditions when ion-induced
secondary emission is negligible (electron-dominated
regime).°®! In this paper, we move further by including
ions and their contribution to secondary electrons emitted
from electrodes surfaces. Breakdown points are determined
by slowly increasing the voltage to approach the break-
down from below the curve (right hand side and lower
branch of the curve) and by increasing pressure to approach
higher breakdown voltage branch (left hand side). Break-
down point is established as the one where the number of
electrons begins to increase over extended time of many
periods (detailed discussion is given in ref.l®%)).

At first, we examine MC simulation that includes only
electrons with distance between electrodes of 1 cm. Figure 3
shows RF breakdown curves for synthetic air. Furthermore,
we adjust two parameters to try to fit the experimental
data, the first being thereflection coefficient for electrons on
the surface of electrodes (R) and also the secondary electron
yield y (gamma) due to ion bombardment. One can observe
deformation of Paschen-like curve pushing breakdown
point toward lower voltages when reflection coefficient is
increased arbitrarily. However the “second minimum,” as
Korolov et al.%*! obtained in their experiment (also shown
in Figure 3), is only achieved through an addition of the
effect of secondary electron emission due to ions. Multi-
pacting effects are observed only at much lower pressures
and higher voltages. A good agreement with Korolov et al.
was achieved by an assumption that secondary electron
yield for ions is 0.002.
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Figure 3. Paschen-like RF breakdown curves in synthetic air.[64!

Gap is 1cm, frequency 13.56 MHz. Open points are the available
experimental results in the literature.[®5! At first, only reflection of
electrons (R) was adjusted but it failed to reproduce the shape of
the experimental data. Furthermore, a secondary electron yield
due to ion bombardment (y) was added and a good fit of the left
side branches has been achieved for y=0.2%. It must be noted
that Korolev et al. managed to fit their experimental points
equally well by using a particle in the cell (PIC) code. While
technically their code is a plasma code and thus more complex
and perhaps less detailed than our Monte Carlo code. Their code
has all the ingredients of a swarm model but it was not certain to
what degree in their modeling the plasma-related features were
necessary to fit and explain the experiments.
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InFigure 4, we show space time resolved development of
electron swarm properties in an RF breakdown in argon.
Results are presented for both conditions where a self-
sustained mode (lower (a) and higher (b) peak voltages) is
operational (i.e,, this is done in the region of the breakdown
curves where for a fixed pd there are two values of the
curve). For argon, we have used data from ref.[?%] At the
lower branch of the breakdown curve, majority of electrons
does not make a translation from one electrode to another
as assumed in simple models!®*®”) and the discharge is
maintained by a small group of higher energy particles
some of which reach the electrodes. At higher branch, most
electrons make the excursion along the entire gap.
Remaining and newly produced electrons stay by the
electrode until direction of the field changes and thus some
phase shift between the positions and the field waveforms
are observed together with a skewness for some properties.
In both situations, the critical issue is in achieving high
energies and consequently ionization to compensate the
losses at the surface.

3. Low Current Discharges

In the low current limit of DC discharges, the space charge
effects are either negligible or small enough to be treated
as a perturbation to the external field.[?”2868%] [n
particular, the diffuse low current regime known as
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B Figure 4. Spatial profiles of electron density, energy, and electron-induced ionization under conditions of an RF breakdown.!®3!
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Townsend regime of DC discharges is often taken as a
representation of swarm conditions!’®”! (steady state
Townsend experiment!®>72]),

3.1. Townsend Regime/DC Discharges

If one records axial and radial profiles of emission along
the Volt-Ampere (V-A) characteristics (Figure 5) of the
low current DC discharges, it is clear that for the lowest of
currents the profile is diffusion defined and centered!”*
while electron density exponentially increases all the
way to the anode. That is the sign of the space charge free
conditions and the swarm-based models will suffice or in
other terms the regime is the so called Townsend
discharge. The profiles in the two other regimes (Figure
5 — normal and abnormal glow) reveal a strong effect of
the space charge, one in the radial the other in the axial
direction. Nevertheless, even under those circumstances,
charged particles may not be strongly coupled and for the
purposes of theoretical description may behave like
swarms, within the limitations of the modified local
electric field, thus allowing the swarm physics and
transport theory to be the foundation for the description
of plasma.

In spite of being supposedly free of space charge effects
and any strong coupling, the V-A characteristics shows
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Figure 5. Spatial profiles of emission in low current DC
discharges, covering the three regimes with three
characteristic profiles: (a) Townsend regime or diffuse low
current discharge-falling well under the realm of swarm
models; (b) glow discharge-constricted low current discharge;
and (c) abnormal glow-diffuse high current dischargel”! (© 10P
Publishing. Reproduced with permission. All rights reserved —
doi: 10.1088/0963-0252/18/3/034009). Anode is at 1.1cm and
cathode at ocm and some small amount of scattered light
indicates the positions of electrodes.
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negative slope even in the low current limit (according to
the basic Townsend theory, it should be constant) and as a
result of the overall V-A characteristics and external circuit
the discharge may slip into oscillations of different
kinds.[7>74]

The model developed to explain these oscillations due
to the negative slope (and thus to extend Townsend’s
theory) is an example of swarm-based models where
space charge effect is calculated based on swarm
calculations and added as a perturbation. The basic
assumption is that the field right next to the cathode is
affected by the space charge and is affecting the energy of
ions. The feedback coefficient — the secondary electron
yield — cannot be assumed to be constant, as it has been
well established that it is dependent on the energy of ions
hitting the surface.[*® During oscillations, the voltage and
the field will change and affect secondary electron yield
(the development from Equation (6) to (11) follows the
theory in Phelps et al.2”):

Y =¥+ kuU + ki, (6)

The term ky describes the linear component of the
voltage dependence. However, the critical assumption in
the model is the term proportional to the current. It is
actually representation of the space charge which is
proportional to the current which then provides addi-
tional effect due to the slightly skewed electric field right
next to the cathode. It is possible to use the density
profiles of electrons and ions (ions being much slower
have a much higher density and predominantly define
the field perturbation) obtained by swarm physics
considerations (drift and free diffusion). Using a Poisson
equation we get:

C 1 jz 1
ESz(Z) — ES = aw—ﬂa
[0z — exp(ao(z — d)) + exp(—aod)], (7)
where n, and n. are concentrations of ions and electrons, j,
electrical current density in z-direction, W,, drift velocity of
ions, e elementary charge of electrons. The corresponding
voltage drop is thus equal to:

d
8Ug = —/0 (Esz(2) — E§)dz

2 (ap.d), (8)

where fis:

2|1 exp(—aod) (1—exp(—wod))
Jloo,d) =d [E T wd T (wd) ’
9)
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with round the loop multiplication being

g(t) = yvlexp(a(t)d) — 1] = 1. (10)

The effective normalized discharge resistance is

A, AU 7 fled)

Ry=“pp =22 _
NT TP TR coW,i2G d?

(11)

where A is the area of the electrode and g is the
logarithmic derivative of the multiplication factor g
(g =7+ yad exp(ad)d).

Experimental tests have confirmed the theory both in the
field distribution and in the scaling of the effective
resistance.”””! Ry depends on variation with the field (and
current) of the secondary electron yield but the theory also
provides a foundation for the standard scaling of discharge
parameters E/N, pd (Nd), and even jd*. This bit of theory is
added here as an example of how swarm-type consider-
ations are weaved into the plasma theory as its fundamen-
tal aspect and also how swarm data enter such calculations
as the basic input on atomic and molecular collisions.

3.2. High E/N-Runaway Swarms

If one extends the range of measurements to the left hand
branch of the Paschen curve, two things become obvious.
The first is that the voltage drop between the Townsend
regime and the glow discharge diminishes (see Figure 2 in
ref.[76]) and sometimes it is even a continuous transition.
The reason is simply in the large mean free paths and then
the effect of the space charge become less obvious (spread
over a larger area). Another effect is observed if energy
distribution function (EDF) is sampled, whereby the EDF has
astrong peak at maximum available energy thus indicating
a runaway.”” This is a situation where the initial
conditions (energy distribution) is maintained (augmented
by the energy drop in during the travel through the
discharge) and thus properties vary from one point to the
next. The low energy tail of secondary electrons also
develops, which varies according to the position. Thus a
hydrodynamic model is not appropriate, but a MCS may
produce excellent results. It may also allow for exact
inclusion of the boundary conditions, such as energy-
dependent yields due to ions and electrons, energy-
dependent angular distribution of secondary or reflected
particles, energy-dependent energy loss, and energy-
dependent electron reflection. The procedure allows for
exact, experimental data to be included for any other
possible boundary effect related to electrons, ions, neutrals,
reactive species, metastables, and photons. At high E/N that
corresponds to the left hand side of the Paschen curve,
electrons are not very efficient in ionization (requiring a
rapid increase in the voltage necessary for the breakdown
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as pd is reduced) and even then the multiplication
coefficients are only slightly higher than 1.

Duetothelow pressure, meanfree paths becomelarge for
both electrons and ions and they gain much larger energy
then in standard discharges. This is particularly critical for
ions, allowing them to extend much beyond the standard
low energies (below 1 eV) all the way up to the maximum
available energy. This opens the door for charge transfer
collisions producing fast neutrals. It turns out that fast
neutrals are at those conditions more efficient in excitation
than either electrons or ions and this all leads to a peak of
emission close to the cathode, that is the signature of
fast neutral excitation.”®7) Under those circumstances,
momentum transfer in heavy particle collisions leads to a
transfer of kinetic energy producing Doppler profiles with
excessively high energy wings.[”>Y. As a result, one could
predict a possible application for fast neutral etching that
would reduce the charging problems®?® in treating
dielectrics in nanoelectroncs and allow even higher aspect
ratios of nanostructures with an increased spatial
resolution.

While being mostly non-hydrodynamic, the high E/N
discharges are best described by swarm physics. They also
open the need for similar models of ions and fast neutrals.

3.3. Microdischarges, Atmospheric Pressure
Discharges, Discharges in Liquids

By the virtue of the jd” scaling (that has been tested), the
Townsend regime may be extended to higher currents at
very small gaps. While being counterintuitive, this is a well
established fact at least as long as the standard gas
discharge physics operates (i.e., below the onset of field
emission).®¥ Extension of the Townsend regime into
higher currents allows for applications of microdischarges
that take advantage of the flexibility and ability to directly
adjust and achieve a high efficiency of excitation and
dissociation (by merely changing the E/N) while still having
a high enough total output of photons and/or chemically
active species!®® for possible applications.
Microdischarges are one way to produce non-equilibrium
plasma at high pressures. They simply operate close to the
Paschen minimum and thus allow for much higher pressure
for the given reduction in the discharge gap. In the
atmosphere, the kinetics of charges is defined by swarm
physics, yet if a field is added, the increase of charge density
is quite large and a quick transition to highly conductive
thermal plasma ensues. Atmospheric pressure discharges
often have a high charge density, but in general, the whole
atmosphere is an ionized gas that may be described by the
physics of swarms. Of the plasmas, the corona discharge
consists of streamers and diffuse discharge, which falls
under the swarms jurisdiction.®®! Calculation of transport of
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electrons, ions, and other particles may proceed mainly by
using free electron and ion diffusion, but one needs to take
into account clusters formed by water vapor molecules and
other issues.

One of the lines of the fastest development and new
applications are the discharges in water (liquids in general),
at the interface between liquid and gas phase, and in gas
phase of vapors.®”#®! In liquids one needs to re-establish
both cross-sections, transport theory, and transport coef-
ficients. More data are needed for low pressure transport (in
gas or vapor).®*°? In addition, we need to establish
techniques to determine and apply data at high pressures
and in liquid, i.e., and multiple collision conditions,®* and
under the influence of hydration and breakdown!*? of
clusters. In addition, even the low pressure collision and
transport data for the most important ions in water vapor
are missing®® The liquid-related discharges!®* provide a
number of challenges and in many circumstances swarm
modeling (albeit adjusted to the needs of very high densities)
is required. A comprehensive review on discharges associ-
ated with liquids may be found in a forthcoming article,
containing most importantly list of open issues.[*?

3.4. Afterglow

Upon switching off of the discharge, the space charge may
remain for a while as long as the charged particle densities
are sufficient to produce a modified field profile. At some
moment, the ambipolar field will collapse and free diffusion
will ensue that is modeled by swarm physics. In that period,
electrons are supposed to continuously lose energy and
diminish in numbers. Under some circumstances (depend-
ing on the gas, impurities, initial energy, and distribution
function and electron and ion densities), an increase of the
mean energy occurs during the afterglow leading to a
transient peak in the decay of the mean electron energy.
Sometimes that peak may be even greater than the initial
mean energy, again depending on the gas and on the initial
conditions. This phenomenon has often been explained by
evoking atomic and molecular physics, including processes
such as Penning ionization, Rydberg states, superelastic
collisions and recombination.[>°¢]

However, a very important process is often overlooked. It
is the above-mentioned diffusion heating or cooling!*”)
(also there is a possibility of an attachment cooling or
heating[‘w]). While the aforementioned processes depend
on the initial densities of excited states, this process is
universal as it depends only on the ground state momen-
tum transfer cross-section. The presence of the Ramsauer—
Townsend minimum in some gases allows very large mean
free paths and escape of electrons to the wall of the vessel,
thus increasing losses (speeding up thermalization as this
could be regarded as evaporative cooling).
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Results of a MCS are shown in Figure 6 where we present
the development of the mean energy in a limited size
discharge vessels and also for an infinite plasma inargon.In
an infinite case, thermalization is slow while in the parallel
plate geometry decay is much faster (Figure 6a). We also
show the decay of the number density of electrons
(Figure 6b). In Figure 7, we show energy distribution
functions in the parallel plate and in infinite cases. In the
latter case, the high energy tail disappears quickly, while
the rest of the distribution is close to the Maxwell
Boltzmann (MB) distribution with the same energy. This
graph also shows as a very general conclusion that, even
when the bulk of the distribution function is a Maxwellian,
the extrapolation to the high energy tail by a Maxwellian
may lead to errors of many orders of magnitude. The reason
is that the high energy loss processes such as ionization
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Figure 6. Thermalization (a) and decay of the number (b) of
electrons in Ar from the initial MB distribution at 7eV (argon
at1Torr and a gap of 1cm) in plane-parallel geometry and in free
space. Arrow marks the point in time where the energy
distributions that are shown in Figure 7 are sampled. Two
Maxwell Boltzman distributions are shown for comparison,
each at a mean energy equal to that in the decayed measured
distribution (6.5 and 4.4 eV).
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Figure 7. Energy distribution functions at the point marked in
Figure 6 for the parallel plate geometry (solid) and infinite
geometry (dashed). Two Maxwell Boltzmann distributions for
the mean energies corresponding to the two distributions are
shown.

deplete the high energy tail of the EDF especially in the low
pressure discharges. The bulk of the distribution, and
therefore the mean energy, slowly head toward the room
temperature thermal equilibrium energy.

For the parallel plate system, due to the long mean free
paths as compared to the size of the discharge (even for
1Torrofargonand 1 cm dimension), a holeis rapidly burned
in the Ramsauer-Townsend energy range. At higher
energies, the distribution is similar to that of the
corresponding Maxwellian, albeit with the high energy
tails removed by high energy loss collisions. With the peak
of the mean energy greater than the initial energy, the
diffusion cooling should be taken into account by including
a complete calculation of thermalization (with all the cross-
sections and atomic and molecular processes). Diffusion
cooling will invariably take place depending on the cross-
section shapes; in case of resonant attachment a similar
heating/cooling situation may arise and these processes
may affect strongly non-local (non-hydrodynamic) systems
such as plasma sheaths, Langmuir probe at low pres-
sures®”) and distribution function at the beginning of
thermalization or close to the walls.

4. Data Bases for Pristine Gases and Gases
with a Large Density of Excited States and
Radicals

It is often discussed that the main basis of the plasma
modeling is in a set of fluid equations supplied by the
swarm data. It is truly important to set up the data bases
with a well-prescribed procedures for evaluation in order to
be able to appraise different calculations with seemingly
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same gas mixtures. In addition, coherence between the
cross-sections and transport data should be achieved and
maintained. The fluid models that use swarm coefficients
must be compared to the kinetic and hybrid codes that are
based on the cross-sections. Consistency between the two
sets should be achieved and it is the task of the atomic,
molecular collision physics and necessarily also the swarm
physics. Anumber of data bases has been developed for the
purpose of providing low temperature plasma physics with
data starting with the JILA data Center (Joint Institute for
Laboratory Astrophysics of the Colorado University at
Boulder and National Institute for Science and Technol-
ogy),°® the data base of Art Phelps at JILA,'°?! NIST Data
reviews,®® the data base of Prof. Hayashi,®® our data
base,'*°° and many more. The most focused and certainly
the largest in number of participants and quantity of data is
the currently active LxCAT data base.l*°*2°? One needs to
include the data for ions!*°®°%* including the most
comprehensive data base of Prof. L. Viehland as included
in IxCATI*®Y and fast neutrals.*®* If the system is a
candidate for being described by swarm models sometime
it suffices just to observe the available data for some of the
transport coefficients to at least appreciate qualitatively the
feasibility of the particular system. However, if some
kinetic phenomena and in particular non-hydrodynamic
kinetic phenomena are involved a full-fledged kinetic
simulation is necessary. In that case, however, in order to
have proper balances of number, momentum, and energy a
swarm normalized cross-sections are necessary to obtain
the quantitative comparisons with experiments.

A separate issue is the modeling of plasmas when the
background gas may not be regarded as pristine (unper-
turbed). This issue may be introduced to plasma modeling
by making a self-consistent (coupled) calculations of the
excited state populations and then of the energy distribu-
tion functions and effective rates and other coefficients.
While the very presence of the excited states breaks the
principal definition of swarms as developed for swarm
experiments!*°® this, self-consistent modeling extends the
applicability of swarm physics to the realm of higher
currents/densities of electrons and elevated temperatures.
Under these circumstances, a whole new realm of transport
data opens, that involves the cross-sections for excited
states (stepwise excitation, stepwise ionization, etc.). Not
surprisingly first important applications involved model-
ing of CO, lasers, % but also hydrogen discharges*°71%¢]
and nitrogen containing discharges.*°>*1% perhaps the
widest and the simplest similar modeling is that involving
properties of discharges in rare gases with a large
abundance of metastables in particular in argon.****!
Interest in CO, has been reactivated recently due to the
activity in energy conversion and storage.*** In a similar
fashion, swarm models may be applied to discharges where
fragments of the molecules that may have certain
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properties abound. For example, the issue of attachment in
CF, when a significant part of the molecules has been
dissociated has been considered in ref.*°! In this section,
we did not attempt to make a comprehensive review, we
only show few examples and we apologize to those whose
work was not included in the list. There are many better
sources for detailed bibliography and many much more
comprehensive reviews. We only wanted to stress the
importance of data when swarm modeling is attempted
and also that this approach may be used in the realm of
strongly perturbed gases by a large degree of excitation or
dissociation thus extending the domain of applicability of
swarm physics but requesting a wide range of new data.

5. Conclusion

In addition to all the examples covered here, we have
recently made swarm-type modeling in a number of cases
involving ionized gases but outside the realm of standard
low temperature plasmas. These applications will be the

subject of a separate publication**¢);

1) Studies of swarms of positrons may be modeled in the
same manner as electrons (without the comfort of
production in collisions through ionization, although
ionization produces a lot of secondary electrons).!**”!
With real swarm experiments lacking, the models
cannot be used to get quantitative scaling of the
cross-sections, but the results provide an insight into
processes and new kinetic phenomena, such as Positro-
nium (Ps) formation fueled negative differential con-
ductivity of the bulk component of the drift velocity.™**®!

2) Inthe absence of swarm data measurements, one may
define averaged properties that may be used in the same
fashion as the swarm data, for example thermalization
times (or full thermalization development), ranges of
particles, density of deposited energy, and more.[*1°]

3) Trajectories of particles have been used to describe the
properties, although each individual particle does not
have enough distinction to give a full insight on the
pertinent processes. Still, overall image, obtained by a
large set of particles or individual trajectories that are
selected, provide sufficient information to make impor-
tant conclusions.!*20121]

4) Thermalization of positronium in gases.

5) Modeling of PET like environment and modeling of
chemistry induced by the initial positrons in living
tissue/liquid.[®%!

6) Modeling of gas-filled positron (and electron) traps, such
as Penning Malmberg Surko traps™*?42%! or other gas-
filled traps.

7) Avalanches and current pulses in gas-filled RPC
frequently used detectors in elementary particle

[122,123]
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detection and the corresponding properties of the gases
used in the mixture.!*2®!
8) Streamer breakdown conditions.*?7128!

9) Modeling of ionization fronts in streamers.[*2%2]

The list does not end here and in all those cases swarm
studies provide models or an insight into the most salient
properties of the discharge. At the same time, one should
pay more attention to understanding plasma modeling
(from the global to the complex hybrid and PIC codes), the
role of plasmamodels in crossed electricand magneticfields
(e.g., for propulsion studies) and the description of some
atmospheric and astrophysical systems (elves, blue jays,
clouds of electrons and positrons formed in the vicinity of
neutron stars, etc.).

Swarm physics is one of the building blocks of the
physics of non-equilibrium plasmas. Another impor-
tant building block is the swarm data which originate
from swarm studies. In addition to being sufficient for
some systems, learning how to deal with those will
improve our knowledge on applying swarm-based
transport equations and data in plasma models. In
the meantime, each of the problems mentioned here is
interesting, even fun to pursue and a worthwhile
contribution.
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Abstract. In this paper we present a systematic study of the gas breakdown potentials. An analysis of
the key elementary processes in low-current low-pressure discharges is given, with an aim to illustrate how
such discharges are used to determine swarm parameters and how such data may be applied to modeling
discharges. Breakdown data obtained in simple parallel-plate geometry are presented for a number of atomic
and molecular gases. lonization coefficients, secondary electron yields and their influence on breakdown
are analyzed, with special attention devoted to non-hydrodynamic conditions near cathode.

1 Introduction

It is often said that atomic and molecular collisions define
the physics of non-equilibrium (so-called low-temperature)
plasma. However, in plasma modeling, where space charge
and field profile effects intervene with atomic and molec-
ular collisions, often it is claimed that the collisional cross
sections, rate coefficients and swarm transport data do
not need to be very accurate as the processes are so com-
plicated that high accuracy is not required. Gas break-
down, on the other hand, is the point where inaccuracies
of the atomic collision and swarm data are amplified and
at the same time the conditions for the breakdown often
define the operating conditions for the plasma. To illus-
trate this we may give an example that ionization rate
enters the breakdown condition in exponent and also that
rate is often exponentially dependent on the gas density
normalized electric field E/N. The mean energy and the
shape of the distribution function that define the rate (to-
gether with the cross section for ionization) are on the
other hand strongly dependent on all relevant inelastic
processes. Breakdown under DC fields and slowly vary-
ing AC fields also depends on surface collisions of ions
and atoms. Thus, breakdown condition is a very sensitive
projection of atomic and molecular collision and swarm
transport physics onto the realm of plasma physics.

Gas breakdown has been studied over 100 years and
yet many open issues still remain. In DC discharges,
the breakdown is usually described by the standard
Townsend’s theory [1]. Within the past 20 years, with
development of experimental and modeling techniques, it
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became clear that the standard (basic Townsend’s theory
as depicted in the textbooks) theory of breakdown and
low-current discharges (the so-called Townsend’s regime)
requires improvement. Phelps and coworkers [2-5] initi-
ated a comprehensive revision of the theory in all its as-
pects.

This revision in the lowest current limit (breakdown)
included taking into account the contribution of all feed-
back mechanisms and space-charge effects in breakdown
and low-current discharges [5]. These authors only covered
one gas (argon) with detailed analysis. This is why we felt
that a survey of the existing well documented breakdown
data would be of value as the basis for further study on
the data and elucidation of the issues in use of secondary
electron yields in plasma modeling. All of the presented
results were obtained in our laboratory and an utmost
care has been invested to avoid the usual problems in de-
termining the breakdown data (often depicted as Paschen
curves). Those include variable surface conditions, jump-
ing straight into the glow discharge mode, recording the
operating conditions for the glow discharge and also the
uncertainties that arise from the long statistical delays in
initiation of gas discharges.

For many years swarm experiments have represented
the primary source of data for gas discharge modeling,
which, on the other hand, was based on the transport the-
ory for swarms. With only very few exceptions, the models
are based on the hydrodynamic (in equilibrium with the
electric field and spatially uniform) transport data. This
is however not applicable in most breakdown experiments
as the early stages of the breakdown occur before equi-
libration of the electron swarm. Thus we present also an
analysis of electron excitation cross sections and studies
of spatial profiles of emission to separate excitation by
electrons and fast neutrals [6]. Our results also allow us
to determine the width of the non-hydrodynamic region
close to the cathode and the effective multiplication as
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well as the approximate determination of the field distri-
bution in dark Townsend discharges. These data all need
to be applied to determine the secondary electron yields
and in modeling of plasmas.

Over the past two decades determination of the sec-
ondary electron yields [6,7] has had renewed interests, for
two reasons. First, a systematic survey [5] has been made
of all the processes that participate to secondary electron
production and it was shown that the basic assumption of
Townsend’s theory that ions produce the secondary elec-
trons is correct only in a very narrow range of conditions,
while photons and gas phase ionization by neutrals con-
tribute to the secondary electron production in a much
wider range of E/N. Most importantly, it became pos-
sible to model the observed secondary electron yields in
the breakdown by using binary collision (beam to surface)
data.

It was shown that it is not possible to use directly
the binary collision (beam-surface) data for the analysis
of gas discharges and low temperature plasmas as those
would have specific distributions of all the relevant fluxes
that otherwise might be connected through nonlinear re-
lations. The analysis performed for the breakdown (where
all fluxes are in linear relation to the initial flux of elec-
trons) proved to be quite robust and still fit most of the
data for the glow discharges [8,9]. Nevertheless, it is pos-
sible that for some gases or some plasmas, nonlinearities
may prevail and the required model may depart from the
breakdown model.

In this paper we present the data on breakdown volt-
ages (shown as Paschen curves) for a large number of
gases, we show some examples on how these data are
coupled with Volt-Ampere (V-A) characteristics, and we
proceed to determine secondary electron yields for rare
gases (assuming ions to be the primary agent producing
secondary electrons) with the inclusion of the effects of
equilibration and proper determination of the ionization
growth coefficient.

2 Breakdown voltages and Paschen curves

Breakdown is usually represented by a Paschen curve i.e.
dependence of the breakdown V} voltage on the pd (pres-
sure p x gap d). Parameter pd is a scaling parameter pro-
portional to the number of collisions over a unit distance.
In this respect, a typical sharp increase of the breakdown
voltage at low pd-s can be explained by the need to com-
pensate for a small number of collisions. On the other
hand, at high pd-s, due to a large number of collisions,
breakdown voltage is increased in order to enhance en-
ergy gain between collisions, when mean free path is get-
ting shorter and the energy gained between two collisions
becomes smaller. In the range of the Paschen minimum,
production of charges by ionization and secondary electron
emission and losses by attachment, diffusion and drift are
well balanced.

In Figure 1 Paschen curves for several atomic and
molecular gases are presented. Measurements with Ha,
SFg, CF4, H,O and CoH50H vapours are taken with the
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Fig. 1. Paschen curves for (a) atomic gases: Ar, He, Ne, Xe,
Kr [6] and (b) molecular gases Hz, SFs, O2, CHy4, No [12],
CF4 [10], and H20 [11] and C2H5OH vapours. Measurements
with Ha, SFg, CF4, H2O and Ca2H5OH vapours were obtained
with copper cathode, for other gases stainless steel cathode was
used.

copper cathode, with 1 cm electrode gap and 5.4 cm diam-
eter [10,11]. For all other gases, stainless steel cathode was
used in measurements in 2.9 cm gap and 8 cm electrode
diameter [6,12]. Some of the data had preliminary presen-
tation in the second edition of the textbook by Lieberman
and Lichtenberg [13].

For most of the gases Paschen minimum is situated
at pd of the order of 1 Torr cm and breakdown voltages
are of the order of several hundred volts. In the case of
electronegative gases, it is usually shifted towards smaller
pd-s and higher voltages. This can be understood from the
point of view of the balance of production and losses of
charged particles. In electronegative gases, at low E/N i.e.
high pd, attachment becomes important. As a loss mech-
anism for electrons, it will increase the breakdown volt-
age and shift the Paschen minimum to lower pressures
as an even higher E/N is required to provide sufficient
ionization.

There are several issues that one has to be aware of
in breakdown measurements. Breakdown voltage depends
on the gas mixture through identities of ions and on the
cathode material. Even more important than the cathode
material is the state of the cathode surface — roughness or
possible oxide layers and other impurities deposited on its
surface either by exposing the cathode to the laboratory
environment or during the discharge operation. Sometimes
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the state of the cathode surface has larger influence on
the Paschen curve than the material of the cathode itself.
For this reason, in our experiments cathode surfaces are
treated in low-current (~30 pA) hydrogen discharge prior
to the breakdown measurements. This procedure proved
to give stable conditions during measurements and repro-
ducible results over large periods of time. Even when basic
breakdown voltage varies due to surface conditions, the
Paschen curve (and also the V-A characteristics) main-
tain their shape and so normalization onto the breakdown
voltage is a good way to analyze the data [5,14].

Another issue that has to be taken into account in
experiments is the regime in which the discharge ignites.
Breakdown voltage should not be confused with the oper-
ating voltage. The point where the discharge operates is at
the crossing of the circuit load-line and the Volt-Ampere
characteristics. Quite often, especially with a small se-
ries resistance and sufficiently large overvoltages, this is
in the regime of a glow discharge, where voltage can
be significantly smaller than the breakdown voltage. Ac-
tual breakdown voltage, in the sense that is represented
by the Paschen law, can only be found by extrapolating
Volt-Ampere characteristics to zero current in the dark
Townsend discharge mode. An alternative technique is to
study the pre-breakdown currents [15,16]. Sometimes it is
even necessary to record the spatial profile of the discharge
in order to confirm the exponential increase of emission
from the cathode all the way to the anode, which is typical
for low-current Townsend discharge.

It is important to emphasize that, besides the Paschen
curves, Volt-Ampere characteristics are essential in under-
standing the process of breakdown. These data are needed
to establish the electric field/energy dependence of the
secondary electron yields and as a consequence the slope
of the V-A characteristics in the Townsend regime is de-
fined. The slope of the characteristics is typically negative
in the low-current region and it reveals the ion energy
dependence of the secondary electron yield and field dis-
tortion due to the initial growth of space charge [2,3,17].
In practice, for a full description of the discharge a 3D
plot should be constructed [18], such as the one shown in
Figure 2, with discharge voltage ('), pressure x electrode
gap product (pd) and discharge current (i) presented at
the axes.

Low-current limit represents Paschen curve and in
this case it is projected onto 1 pA as further changes of
voltage at even lower currents would be negligible. Mea-
surements are taken in a parallel-plate electrode system,
with 1 c¢cm gap, 5.4 cm electrode diameter and copper
cathode. Considerable difference between the glow regime
and Townsend regime voltages is clearly seen from the
characteristics.

3 Model of the gas breakdown and secondary
electron yields

Secondary electron emission is one of the key mechanisms
of DC breakdown and operation of discharges. Still, there
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Fig. 2. Experimental V-A-pd characteristics for argon.

is a great confusion in literature in respect to the meaning
of the data entering the breakdown condition. In fact, the
secondary electron yield data obtained from the gas break-
down have always failed to match the direct measurements
in the binary beam-surface experiments. As Phelps and
Petrovi¢ [5] confirmed in the case of argon, the basic phe-
nomenology of Townsend’s theory required extension. Al-
most constant secondary yield of around 8% for argon ions
that has been obtained by ion beams on surfaces cannot
be applied to model even the basic low pressure break-
down. While one could justify a greater secondary yield
due to additional processes, in the main section of mean
energies the yield is actually ten times smaller than that
from beam measurements. Phelps and Petrovié¢ developed
a comprehensive model for argon that included all pos-
sible feedback mechanisms — secondary emission by ions,
metastables, fast neutrals and photons. They also included
back-diffusion of electrons and discussed conditions at the
surface where standard gas discharge experiments cannot
reach the conditions defined for atomically clean surfaces
in ultra-high vacuum. Their study showed that one has
to take into account energy dependent yields for each of
the species from binary experiments in order to be in ac-
cordance with results of direct breakdown measurements.
Here, we shall follow the standard procedure to determine
secondary yields from the breakdown data and we shall
also try to correct some of the problems and provide the
data required for such corrections.

Under the conditions of the breakdown and low-
current Townsend discharges, the effective secondary
emission yield (v) is related to the ionization coefficient
(@) in accordance with the Townsends self-sustaining con-
dition:

1
T~ ola/N)xNd _ 1 1)

where N represents the gas number density and d is the
gap between the electrodes. v(E/N) may be deduced from
Paschen curves by using o/ N(E/N) data from the liter-
ature [19] as was done in [6]. One may also use an ana-
lytic form of a/N(E/N), e.g. Marié et al. [20], as it was
shown in [21]. This procedure is the standard one. Per-
haps the most important problem in the procedure is that


http://www.epj.org

Page 4 of 7

the non-hydrodynamic region close to the cathode (dy) af-
fects the total multiplication, and therefore the secondary
electron yield obtained from the Paschen curve. The sec-
ond problem is that the ionization rate taken from the
literature may give quite different multiplication as com-
pared with the actual experiment. Even small errors in
ionization coefficient result in large discrepancies of the
secondary electron yield.

4 Determination of the equilibration distance

It is well-known that hydrodynamic conditions are charac-
terized by transport coefficients that are constant in space
and time [22]. However, in low-current electrical discharges
at low pressures electrons do not reach the equilibrium
state immediately after leaving the cathode. Only at a
certain distance from the cathode electrons establish equi-
librium with the gas and parameters of electron transport
become spatially independent [23,24]. In a simplified ap-
proach the width of the non-hydrodynamic region may
be used to separate discharge into two regions: one that
can be referred to as the non-equilibrium region, with no
ionization and the other where ionization behaves as if
electrons are in hydrodynamic equilibrium. The problem
is then how to determine the delay distance from inde-
pendent measurements, by using semi-empirical formula
such as the one suggested by Phelps and Petrovié [5] or
by kinetic calculations.

It was shown that inclusion of the effect of equilibra-
tion causes a large difference in secondary electron yield
data [5], but most authors in the available literature obtain
the secondary electron yields from the breakdown data
without paying attention to this correction. The role of
the equilibration length in determination of the secondary
electron yield was studied by Folkard and Haydon [24]. A
more detailed discussion of the application of the delay dis-
tance and correct determination of the effective electron
yield have already been published for the case of argon [6]
and for nitrogen [21].

The appropriate form of multiplication factor under
Townsend’s breakdown conditions is [5]:

_ 1
7= pald—do) _ 1

(2)

where d is the gap between electrodes, and dy is the delay
distance which has to be passed before electrons reach hy-
drodynamic equilibrium allowing avalanching character-
ized by the equilibrium ionization coefficient a. As there
is a great need to determine accurate yield coefficients
for plasma modeling, there is also a need to establish
procedures to determine the equilibration distance.

In our experiments it is possible to obtain equilibra-
tion distances from spatial scans of emission. The width
of the non-hydrodynamic region dy may be used to sep-
arate the discharge into two regions. Figure 3 shows two
examples of spatial profiles of emission which illustrate the
procedure for determination of the equilibration distance
and ionization coefficients. In the case of xenon, the non-
hydrodynamic width is exhibited as a flat region close to
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Fig. 3. Examples of the spatial emission profiles in xenon
(upper plot) and neon (lower plot), with non-hydrodynamic
regions indicated.

the cathode followed by exponential growth of emission.
In the case of neon, there is even a sudden jump of emis-
sion just after the equilibration distance. It is still not
clear what is the origin of emission in the region next to
the cathode [25], as one would expect that there is no
emission in non-equilibrium region. Growth of emission in
hydrodynamic region is determined by a single exponen-
tial that is in excellent agreement with the equilibrium
ionization coefficient [26]. While this is not the most ac-
curate method to determine ionization coefficients, it is
useful in some situations when the data are lacking and
also to indicate the realistic conditions in a particular sys-
tem which may be affected strongly by the contamination
of the gas. Finally, this is the only direct way to obtain
total multiplication as required by the breakdown theory.

When the spatial scans of emission are not available in
the experiment that is being analyzed but were available
for other experiments, the delay distance dy can also be
determined by using semi-empirical formulas such as that
given in [5] through the expression for the effective value
of the electrode potential difference before the exponential
growth of the current:

E/N\?
=1 1 .
" 6¢+<mo>

Probably the best method to produce delay distances is by
using Monte Carlo simulations. In this paper we apply a
Monte Carlo code that has been well documented in previ-
ous publications (details can be found in [27,28]), so only
a brief description will be given here. The code is based on
generalized null-collision technique [29]. In the code we fol-
low electrons released at the cathode until they reach the
anode. The set of cross sections that is used involves inelas-
tic (excitation) processes, ionization and elastic scattering.
Each of these processes has associated differential cross
sections that are necessary only to establish the angle of
scattering. The probability of scattering is determined on
the basis of the total cross section. From the simulation of
the spatial profile of excitation, one may observe a region

(3)
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Fig. 4. The dependence of the delay distance do on the reduced
field E/N for argon. The delay distances were obtained by
three different techniques. Calculations were performed assum-
ing isotropic angular distribution of electrons, the gap between
the electrodes of 1.72 cm.

next to the cathode where excitation is zero, followed by
an exponential growth of emission and finally a growth
with the hydrodynamic ionization coefficient. The hydro-
dynamic region is extrapolated to the zero value and that
point determines the distance as applied in equation (2).

In Figure 4 we compare results for the equilibration
distance as a function of the reduced field E/N in argon
obtained by experiment (symbols), Monte Carlo simula-
tion (solid line) and semi-empirical formula (dashed line).
The results obtained by using three different techniques
show good agreement, except for the lowest and high-
est values of the reduced field. It is necessary to consider
here the accuracy of experimental determination of the
distance dy at those values of E/N. At low values of E/N
multiplication is very high and it is not so sensitive on the
accuracy of determination of dy which is small anyway.
On the contrary, at high E/N i.e. low pressures, overall
multiplication is small, so inclusion of dy does not make
significant difference. We may say that the agreement be-
tween the experimental data, semi-empirical formula and
Monte Carlo simulations is excellent for the purpose of
determining the secondary yield coefficients. Still, in ex-
periment, due to reflection from the cathode and scatter
of light, the results can be significantly scattered, as it is
shown in Figure 4, so for the purpose of determination of
secondary electron yields, we use results of Monte Carlo
simulations when possible.

While Figure 4 shows results for equilibration distance
along the Paschen curve, further on, we explore dy behav-
ior for the general non-self-sustained conditions. Pressure
dependence of dy at a fixed E/N is shown in Figure 5a
and the E/N dependence at a fixed pressure in Figure 5b.
In both cases, we present the results obtained using our
Monte Carlo simulation code (curve) and semi-empirical
formula (symbols). For a fixed reduced field, the delay
continuously decreases as the gas number density (pres-
sure) increases. On the other hand, the E/N dependence
of the equilibration distance for a fixed gas number density
(pressure) shows that the equilibration distance becomes
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Fig. 5. The dependence of the delay distance on: (a) the gas
number density for a fixed reduced field for argon; (b) the
reduced field for a fixed gas number density for argon.

smaller as the reduced field increases (for a fixed gas num-
ber density). In both cases, the results obtained by semi-
empirical formula and the Monte Carlo simulations are in
satisfactorily agreement. The experimental measurements
are in fact less reliable than the simulation due to limited
spatial resolution and possible scattering of light. Thus
we really seek a general agreement and put our confidence
in simulations. On the contrary, the measured exponential
growth, if defined well and if not overlapping with the con-
tribution of fast neutrals, provides better representation
of multiplication in the actual experiment. Agreement be-
tween results proves that scaling for the equilibration em-
ployed in the development of the semi-empirical formula
is appropriate.

In Figure 6 we show calculated equilibration distances
for different gasses. We have performed analysis mainly
for the rare gases and in a limited sense as compared to
Phelps and Petrovi¢ [5]. Partly, the reason is that exper-
imental determination of the delay distance in molecular
gases is very difficult due to several sources of emission and
complex quenching. In those gases we recommend Monte
Carlo simulation of the whole system both the delay gap
and the exponential growth. In Figure 6 it can be seen
that the equilibration distance increases with the atomic
mass; however it does not change much for a specific gas
in the range of E/N-s investigated here.
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Fig. 7. Comparison of secondary electron yields for argon ob-
tained with different data for ionization coefficients. The first
three sets of data were obtained using our Paschen curve, the
first two (stars) with our multiplication coefficient without and
with the inclusion of the delay distance dy in the analysis. The
third set (circles) was obtained by using the ionization coef-
ficients from [19] to determine the multiplication. The same
ionization coefficients were used in the fourth set [30] but the
basis for the results was their measurements of the Paschen
curve.

5 Determination of the secondary electron
yields and the role of ionization rate

As discussed in previous subsection, the non-
hydrodynamic region near the cathode does not
necessarily have a significant influence at very low
and very high F/N. However, not taking into account
the existence of non-equilibrium region can significantly
change results for secondary electron yields in medium
range of reduced electric fields. In Figure 7 we compare
the secondary electron yields in argon obtained by taking
into account and not taking into account the equilibration
length dy (solid and open stars respectively). «/N(E/N)
data obtained directly from the experiment are used
here to determine . As expected, taking equilibration
length into account has the largest effect close to the
minimum and in the right branch as compared to the left
branch. Yet, towards both ends the differences induced
by including dy diminish. The largest difference between
the secondary yields with and without dy is a factor of
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Fig. 8. Secondary electron yields for several different gasses,
with the same cathode surface (stainless steel).

two and it coincides with the minimum of the Paschen
curve.

Taking the ionization rate from the literature may give
a quite different multiplication as compared with the ac-
tual experiment and even small errors in the ionization
coefficient result in large discrepancies of the secondary
electron yield. In Figure 7 we also show secondary elec-
tron yields obtained from our Paschen curves by using ion-
ization coefficients from the review [19] which are mostly
based on experiments of Kruithiof (circles). These results
are up to a factor of 10 different from our data mostly at
high E/N.

We also show results of Auday et al. [30] who have an-
alyzed their Paschen curve with the ionization rates from
Dutton (triangles). Although those two sets of Paschen
curves are apparently quite similar, the differences of
yields are considerable, as large as a factor of 10.

For the low values of E/N, v in our experiment rises
more strongly than those obtained by using values of a/N
from the literature. This can be explained by the fact that
secondary emission of electrons can be due to any com-
bination of numerous mechanisms of varying importance
depending on the value of E/N. In the case of small values
of E/N, dominant mechanism is the photoelectron emis-
sion.

Finally, a similar analysis for the secondary electron
yields has been carried out for several other gases. In Fig-
ure 8 we show only final results obtained by using the
most complete (correct) procedure. As expected the yield
increases presumably proportional to potentials of the ion
and the metastable states.

6 Conclusions

Measurements of properties of low-current discharges
which include Paschen curves, Volt-Ampere characteris-
tics and spatial profiles of emission proved to be a fertile
basis for modeling of plasmas and discharges. In this paper
we gave a short overview of the results of our breakdown
studies covering five rare gases and eight molecular gases.
We pointed out the most important issues in deducing
secondary electron yields from the breakdown and swarm
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experiments, compared results obtained by employing dif-
ferent procedures and we presented results for secondary
yields for several rare gases obtained by a proper proce-
dure. One should bear in mind that in this analysis the
effective coefficients are attached to ion fluxes and a more
thorough analysis along the same lines as done by Phelps
and Petrovié [5] should be performed for all gases together
with an analysis of the applicability of the data in higher
current discharges.

In conclusion, we may say that the treatment of elec-
tron non-equilibrium motion near the cathode includes de-
termination of the delay in reaching the hydrodynamic
rates of electron excitation and ionization. The results ob-
tained when the equilibration distance is accounted for
allow us to conclude that not taking into account the non-
equilibrium region and correct values of ionization coeffi-
cients one may make quite large errors in obtaining sec-
ondary yields for the relevant particles in the discharge.
These differences between the ~ coefficients may result
in some of the discrepancies between the swarm and the
binary collision technique data for v coefficients, which
remains yet to be analyzed.

Monte Carlo simulation provides complete representa-
tion of non-equilibrium effect and influence of the elec-
trodes and it is exact representation of breakdown itself,
so it should be employed for modeling. A satisfactory
agreement between the experimental data and the re-
sults obtained using Monte Carlo simulation code and
semi-empirical formula proves that our treatment of the
electron non-equilibrium behavior close to the cathode is
accurate. It also became possible to make more direct com-
parisons between the secondary electron yields obtained
from Paschen’s law and from experiments consisting of a
beam of ions hitting the surface under high vacuum con-
ditions and separate detailed analyses should be made for
all gases that are of interest.

This work was supported by MESTD ON171037 and 11141011
projects.
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Curve for RF Breakdown in Argon
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Abstract—This paper represents an investigation of the depen-
dence of the breakdown voltage on the gas pressure in radio-
frequency argon discharges under conditions when ion-induced
secondary electron production is negligible. Calculations were per-
formed by using a Monte Carlo collision code including electrons
only. Our simulation results clearly show a region, occurring at
low pressure, where multiple values of the breakdown voltage exist
at a given pressure, in agreement with previous experimental ob-
servations. The two different regimes of operation, each satisfying
the breakdown condition, may be best analyzed in contour plots of
electron density, ionization rate, and mean energy.

Index Terms—Breakdown, Monte Carlo (MC) simulations,
radio frequency (RF) discharges.

AS breakdown is the first step in the generation of

plasma and therefore is one of the most fundamental
processes [1]. In studies of the breakdown characteristics of
gas discharges, the usual observable that is modeled is the
Paschen curve. This breakdown voltage curve represents a
balance between the number of electrons lost by diffusion and
drift in the interelectrode gap and the number of secondary
electrons generated at the cathode.

In the case of radio frequency (RF) discharges, it is actually
possible to achieve self-sustained operation with electrons only,
as the field changes direction. The Paschen-like breakdown
voltage dependence is similar in shape to that of the dc dis-
charges. The breakdown voltage generally forms a curve with
unique values for each pd. Under certain circumstances, the
left-hand branch of the curve exhibits a multivalued nature, i.e.,
a single pd corresponds to two different breakdown voltages
[2]. In other words, on lowering the pressure, the breakdown
voltage first decreases, passing through a minimum on the
breakdown curve, before increasing to approach a turning point
on the breakdown curve [2]. Lisovskiy and Yegorenkov [2]
assert that, at this turning point, the electrons will drift exactly
one-half of the gap in a one-half period of the field and are
therefore all going to be swept to the electrodes. At a pressure
lower than the turning point, it becomes impossible to achieve
breakdown for any value of the applied voltage (ignoring mul-
tipactor effect) period.
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Fig. 2. Time dependence of the number of electrons for the conditions shown
by red symbols in Fig. 1.

The purpose of this paper is to model the RF breakdown in an
electron-dominated regime (with negligible effects of ions and
multipacting) and try to understand the basic phenomenology
by employing kinetic representation.

A Monte Carlo (MC) code used for the studies of RF break-
down is developed and tested in our group. The code follows
the transport of electrons across the gap between electrodes.
The cross-sectional set consisting of momentum transfer, two
excitation, and ionization cross sections has been well tested

0093-3813/$26.00 © 2011 IEEE
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for argon swarms [3]. We start the simulation with 100000
electrons and follow the development. In the case of fast ion-
ization or losses, we rescale the numbers but weight the number
density.

Breakdown is essentially determined in the same way as
that in experiment, i.e., by slowly increasing the voltage to
approach from below the curve and by increasing the pressure
to approach higher voltage values in the double-value region.
We set out to establish the differences between two points
satisfying breakdown for the same pd. The voltage or pressure
steps close to the breakdown are very slow, and the uncertainty
of the breakdown voltage is on the order of 0.1 V. Simulations
are performed for the experimental conditions in [2].

In Fig. 1, we show the simulated Paschen curve; in shape,
we get agreement with the experiment, but apparently, our
turning point occurs at higher pressure. Slight differences may
be explained by the fact that we neglected ion motion and
secondary electron production, as well as electron reflection
and secondary electron production by energetic electrons. Also,
some possible experimental uncertainties could lead to the
differences. In any case, the two-value behavior of the Paschen
curve is confirmed, and agreement with experiment in that
respect is reasonable. In Fig. 2, we show the curves representing
the time dependence of electron density, and curves (b) and
(f) are the first curves with the positive growth in their own
conditions (93.4 and 600 V). In between these points, growth is
extreme, and outside, the curve electron density decays.

The spatial profiles (see Fig. 3) of the swarm properties
are shown for two stable breakdown points (b and f), and the
profiles are quite different. For the lower voltage, one needs to
achieve sufficient ionization to compensate for the losses, and
therefore, any increase in voltage leads to a higher ionization.
In both cases, most of the electrons are produced in proximity
of the electrodes. For the higher breakdown voltage, one can
see that most of electrons are pushed to the electrode by the
strong field, and therefore, losses have increased sufficiently
to compensate excessive production by ionization. Any further
increase of voltage will make losses greater than production by
ionization. It also becomes critical to observe where ionization
occurs and the degree of multiplication that is allowed to
develop before electrons are lost.

Kinetic representation of RF breakdown not only reveals
details of phenomenology but also provides tools to convert
experimental breakdown data into relevant coefficients.
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Abstract—In this paper, we present the results of our Monte
Carlo-based numerical simulation of a Penning-Malmberg—Surko
positron trap. The results of simulations show the effect that
various processes (such as positronium (Ps) formation, annihi-
lation, losses on walls, etc.) have on trapping efficiency. The
thermalization profile is shown, along with the evolution of the
energy distribution that morphs from a particle beam to a broad
swarm-type distribution.

Index Terms—Buffer gas trap, numerical simulation, particle
beams, positrons.

UFFER GAS traps are a general prerequisite for the
B study of cold positrons and their interaction with matter.
Penning—Malmberg—Surko traps [1] and their variations [2]
have shown excellent performance and are widely accepted
as an ideal tool for atomic and molecular collision physics
and material science diagnostics. The gas most commonly
used for trapping is N9 because its electronic excitation cross
sections are comparable to or larger than those for positronium
formation in the near-threshold region. A small portion of CFy
is used in the last stage of the trap in order to speed up the
thermalization at lower energies through vibrational scattering.

Our model consists of three cylindrical stages with vary-
ing radii to achieve different pressures. Positrons are moving
through them, accelerating, and decelerating along the axis as
they fall in, and climb out of, potential wells. An axial magnetic
field is applied for beam confinement.

The Monte Carlo method, tested on numerous electron
benchmarks, is used for simulating the collisions with the buffer
gas. The potential of the electrodes was set so that each stage
of the trap (I, II, and III) had the well depths of 10, 11, and
12 eV and pressures of 1073, 1074, and 10~ torr, respectively.
The buffer gas is Ny with 10% of CF, in the third stage. These
traps have strong axial magnetic field and cylindrical symmetry
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Fig. 1. Number of particles in the trap and loss processes. The process of
annihilation is negligible on this timescale.

with three stages at different potentials and gas pressures [1],
[2] which were selected to be similar with the setup in [1]. Cross
sections for e™ — Ny may be found in [3]. We normally release
between 10000 and 100 000 particles, and the simulations last
several hours.

The positrons enter the first stage with an energy width of
1 eV and are accelerated to an energy of 10 eV in the first
potential well. Particles that make the trip through the well,
bounce off the potential wall, return, and still have energy over
10 eV are lost and are represented in Fig. 1 as escaped. The
most important loss process, as shown in Fig. 1, is positronium
formation. Escape and losses to walls can be diminished by
changing the geometry of the trap and the combination of gas
pressures and magnetic field. As the positrons suffer more and
more collisions, their mean energy drops down (see Fig. 2).

In order to understand the performance of the trap, one
needs to visualize the positron energy distribution development
(see Fig. 2) which starts as a 10-eV beam. As particles enter
stages II and III, they gain energy, but meanwhile, around
8 eV is lost due to electronic excitation of the No molecule.
This leads to the splitting of the original beam into several
beams (see Fig. 2) that combine together as they cool down and
become a particle swarm with a broad energy distribution and
a mean energy that eventually becomes close to thermal (see
Fig. 2), and the distribution becomes a Maxwell-Boltzmann
distribution.

The initial width of the beam is 1 mm, and it expands up to
6 mm. The particles on the front, leading the expansion, are
those that scatter and transfer most of their energy to the
transverse plane. These results are shown in Fig. 3 where a
3-D plot gives the magnitude of the perpendicular energy as

0093-3813/$26.00 © 2011 IEEE
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Fig. 2. Evolution of the positron kinetic energy distribution over time. Distributions are normalized for better presentation over a wide dynamic range.

Energy (eV)

6
4

Radius (mm) 2

Fig. 3.

a function of spatial position. The leakage to the side walls
is generated mainly by the particles with high perpendicular
scattering in the last stage, in spite of the fact that higher
perpendicular energies may be found in the initial stages when
the beam still has mostly the original radius. The losses are
mainly due to the very long time that positrons spend in the last
stage due to the need to employ rotational excitation and elastic
scattering to achieve the last stages of thermalization below
100 meV.

Modeling of the Surko trap by the electron-swarm-related
Monte Carlo code works well because of the similar nature
of the electron-molecule and positron-molecule scattering. The
functioning of the trap may be best visualized with temporally
resolved results for positron positions, energy distributions

0

Radial distribution of the transversal kinetic energy, impacting the rate of the widening of the beam and the amount of loss to the walls.

of the particles, and losses. Thus, the code becomes a tool
that may provide means to optimize the trap further. This
may be accomplished, to a large degree, by observing visual
information.
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Recent development of microwave pulse generators, which are now capable of delivering very short and very
intensive pulses requires properly generalized classical breakdown theory. On the other hand, the trend to design
microwave devices as small and compact as possible, leads to a concern about the concomitant breakdown strength
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paper, several aspects of microwave breakdown field strength in commercially available resonator designs and
filters are presented and analyzed. The numerical predictions based on the Slater theorem are compared with the
analytical results and predictions of the fluid approach, demonstrating very good agreement.

DOI: 10.12693/APhysPolA.129.289
PACS/topics: 52.80.—s, 52.90.4z

1. Introduction

Microwave breakdown in gases under various physi-
cal and technical conditions is well-known and inten-
sively studied problem from early days of gaseous elec-
tronics [1-3]. More recent, interest in microwave-induced
breakdown is shifted to studies of microwave breakdown
at atmospheric pressures due to its relevance both for in-
dustrial applications [4-6] and for a deeper understanding
of fundamental plasma behavior [7-9]. The microwave
breakdown strength of the gas is useful information for
high power filter and antenna engineering [10], for deter-
mination of the conductivity and dielectric constant of
a plasma [11], for modification the ionosphere for long
range radio propagation [12], etc. The microwave break-
down phenomenon provides both problems and oppor-
tunities reflected in the applications of the microwave
breakdown theory. The application can be divided into
two main categories: the so-called no-breakdown devices
— where breakdown should be avoided for proper op-
eration of the device and breakdown devices — where
breakdown is an intrinsic feature of operation.

In numerous microwave devices, the geometrical con-
figuration contributes to local strongly enhanced mi-
crowave fields. Such regions are potentially dangerous
from the point-of-view of breakdown since the field here
may be much stronger than the globally predicted break-
down field. On the other hand, a locally overcritical field
does not necessarily imply global breakdown. In that
case, the influence of local field enhancement on the
global breakdown condition has to be included.

This paper contains result of our studies of the mi-
crowave induced dielectric breakdown of gases in a uni-
form electric field. Cavity resonators have often been
used [13, 14], but field distributions are inhomogeneous,

*corresponding author; e-mail: marija@ipb.ac.rs

resulting in a spatially dependent ionization rate and
breakdown which is strongly influenced by the diffusion
of charged particles out of the high electric field region.

2. Models

Several different models of the microwave breakdown
criteria exist, with varying degree of accuracy in the de-
scription. Fluid models provide description with enough
details that can be used in large classes of research be-
coming very important for technical applications [15].
On the other hand, the kinetic approach has potential
to offer a very detailed description of the mechanism
and represents the basis on which other models rely.
The great details in descriptions, however, make the ki-
netic approach very complex and more useful in pure
physical research with simplified geometry.

2.1. The Slater theorem for computing the electric field
in the gap

The electric field inside a microwave resonator can be
determined analytically based on an analytic solution to
the Maxwell equations. The electric and magnetic fields
inside a resonator have a complicated spatial variation,
which nevertheless satisfies the Helmholtz wave equation
under the constraints of the conductive boundary con-
ditions. Analytic solutions of the electric and the mag-
netic fields exist only for a few simple cavity geometries.
It is not usually possible to analytically find the magni-
tude of the fields inside most resonators, let alone their
geometric distribution. The field strength can be deter-
mined numerically using full-wave electromagnetic field
simulation [14].

The perturbation theory of Slater is used here to ob-
tain the local electric field. Only a small fraction of the
empty space inside an electromagnetic resonator is filled
with the dielectric material with relative permittivity &,
and relative permeability .. The interaction between the
magnetic permeability of the material and the magnetic
field of the resonator will cause the reactance to increase

(289)


http://dx.doi.org/10.12693/APhysPolA.129.289
mailto:marija@ipb.ac.rs

290 M. Radmilovié-Radjenovié, B. Radjenovié, M. Savié

and thus raise the resonant frequency by the inductive
loading. Likewise, the interaction between the electric
permittivity of the material and the electric field of the
resonator will cause the reactance to decrease and thus
lower the resonant frequency by the capacitive loading.
This frequency shift, fo — f can be expressed via the
Slater theorem [14]:

w? = (2rnf)* =
[ (momeH? — 06, E*)dV
2 1 dielectric ’ 1
ot (zHoH? + 350E?) AV M
cavity

where H and F represent the magnetic and electric fields,
respectively, while wg = 27 f is the original, unperturbed
angular frequency. The top integral is evaluated over the
dielectric perturbation, and gives the energy stored in
the perturbation. The bottom integral is evaluated over
the entire empty cavity and is equal to the peak energy
stored per cycle in the resonator — Up.

2.2. An analytical-experimental approach

There is also a simple complementary approach ob-
tained by combination of an analytical and experimental
investigations suggested in [13]|. Actually, the method is
based on experimental data of the breakdown voltages at
low pressures and their extrapolation over a wide range
of pressures. The expression for the breakdown voltage
is written in the form [13]:

1/2 3/16
A D
Fy=3.75p 1+< ”f> ] <+6.4><104> (2)

Ve pL3

where Ey, represents the real rms electric field and the
characteristic length Lp determines the curvature of the
breakdown voltage curve curve.

2.3. Fluid approach

In the case of microwave electric fields, the continuity
equation describes the time evolution of the electron den-
sity n. which is

on
8: =V (DeVne) + vne, (3)
where D, is the electron diffusion coefficient and v is the
net production rate of electrons per electron. The mi-
crowave breakdown can be determined as a balance be-
tween the ionization rate and the loss rate of electrons
by diffusion mathematically formulated by relation [15]:
D
Y= @
with the characteristic diffusion length A depending on
the geometry of the discharge vessel, i.e. radius R and
height L in accordance with the expression

1 24\% /w2
m(a)*(L)v 5)
where the diffusion to the end plates is given by the first

on the right, while the second term describes the diffusion
to the cylindrical walls.

In general, the electron diffusion is anisotropic, but at
very high frequencies the transverse and longitudinal dif-
fusions become almost isotropic with the values nearly
equal to the transverse one D, at w — 0. Therefore,
in Eq. (3), the electron diffusion coefficient D, can be
replaced by the transverse diffusion coefficient D, that
corresponds to the dc field. Combining Eq. (3) with
v; = auk:

€ ok,
- (6)
1+ (2)
where e = D, /u represents the characteristic energy,

while y is the electron mobility. When an ac electric field
E, coswt is applied in a weakly ionized gas, a dominant
collision processes are electron-neutral collisions charac-
terized by the collision frequency v.. The frequency effect
can be comprehended by introducing the effective field
strength
Eeff =

Ve
N g
Finally, substituting expression for the first Townsend
coefficient @« = Apexp(Bp/FEq.) [15] and replacing Fqc
by Feg given by Eq. (6), we obtain expression for the
electric field E, as a function of the pressure p:

ey/w? + v2exp (Bp\/oﬂ +v2/ (VCEr))

T v. A% Ap ’ )
where w represents angular frequency of the applied field.

3. Results

Atmospheric plasma source based on a microstrip split-
ring resonator (MSSR) is depicted in Fig. 1 with a
schematic view given in Fig. 2. We have modelled the

Fig. 1.

Microstrip split-ring resonator.

electric field inside a microwave resonator numerically
based on evaluation integrals in the Slater theorem. Cou-
pling between electric and magnetic fields inside an elec-
tromagnetic resonator is demonstrated in Fig. 3. For the
microwave threshold field of the gas which fills the res-
onator volume, however, the magnetic field is very low



Microwave Field Strength Computing. . .

Fig. 2.  Schematic view

resonator.

of microstrip split-ring

Fig. 3. Schematic view of split-ring resonator.

and can be neglected. Electric field can be treated as
uniform over the volume of the dielectric. Calculated
values of the magnitude of the electric field are shown
in Fig. 4.

Fig. 4. Magnitude of the electric field.

The breakdown field strength as a function of pres-
sure in nitrogen at microwave frequency of 1.85 GHz is
shown in Fig. 5. Our numerical results are presented
by solid line, while dot and dash lines correspond to the
predictions obtained by using Egs. (2) and (8), respec-
tively. Theoretical predictions based on both analytical
and fluid approaches provide relatively good results at
lower pressures. Our numerical results, however, are in
a good agreement with the data taken from [14] at all
pressure values.

A good agreement between our numerical results (solid
line) and results published in [14] (solid symbols) is also
achieved for the pressure dependence of the breakdown
field strength in nitrogen at 2.76 GHz at the temperature
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Fig. 5. The breakdown field strength versus the pres-
sure in nitrogen at frequency of 1.85 GHz.

of 230 K (as can be seen from Fig. 6). Finally, how the
pressure at the minimum breakdown voltage curve de-
pends on frequency is illustrated in Fig. 7. As expected,
there is a linear dependence indicating that the pressure
at the minimum increases as the frequency is increased.
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Fig. 6. The pressure dependence of the breakdown
field strength in nitrogen at frequency of 2.76 GHz.
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4. Conclusion

Nowadays, there is a growing interest in microplasma
sources due to their economics, portability, less opera-
tion costs, and small sizes. The utility derived from
macroscale plasmas combined with current microfabri-
cation techniques has allowed for the development of
microscale devices which use microdischarges for oper-
ation. Having in mind that relatively complicated ge-
ometrical configurations in microwave devices enhance
the strong local microwave fields and such fields may
be much stronger than the globally predicted breakdown
field. This paper is devoted to our numerical studies
of the microwave field strength computing in commer-
cially available resonator designs and filters. Numerical
method is based on Slater’s theorem. Our numerical re-
sults satisfactorily agree with the available data [14] indi-
cating their applicability for a wide range of parameters.

The results presented here, except for resonator and
filters, can be also useful in localized diagnostics of ICs
during their manufacture, in choosing appropriate con-
ditions for electro mechanical micro systems which may
eventually lead to nanomachining, in localized treatment
of materials and assembly of nanostructures and in micro
and nanobiological processing and diagnostics.

Acknowledgments

The work has also been carried out under by Ministry
of Education and Science Republic of Serbia 0171037
and 11141011 projects.

(1]

(2]
(3]

(4]
(5]
[6]
(7]
(8]
(9]
[10]

[11]

[12]

[13]
[14]

[15]

References

M.J. Druyvestayn, F.M. Penning, Rev. Mod. Phys.
12, 87 (1940).

D.Q. Posin, Phys. Rev. 73, 496 (1948).

S. Krasik, D. Alpert, A.O. McCoubreyn, Phys. Rev.
76, 722 (1949).

F.C. Fehsenfeld, K.M. Evenson, H.P. Broida, Rewv.
Sci. Instrum. 36, 294 (1965).

M. Radmilovié-Radjenovié, B. Radjenovié,
Europ. J. Phys. 9, 265 (2011).

B. Radjenovi¢, M. Milanovié, M. Radmilovié-
Radjenovi¢, Phys. Scr. T 149, 014026 (2012).

W.P. Allis, S.C. Brown, Phys. Rev. 87, 419 (1952).
H.J. Oskam, J. Appl. Phys. 27, 848 (1956).

A.D. MacDonald, D.U. Gaskell, H.N. Gitterman,
Phys. Rev. 130, 1841 (1963).

F. Werner, D. Korzec, J. Engemann, Plasma Sources
Sci. Technol. 3, 473 (1994).

T. Fleisch, Y. Kabouzi, J. Pollack, E. Castanos-
Martinez, H. Nowakowska, M. Moisan, Plasma
Sourc. Sci. Technol. 16, 173 (2007).

D. Anderson, U. Jordan, M. Lisak, T. Olsson,
M. Ahlander, I[EEE Trans. Microwave Theory
Techn. 47, 2547 (1999).

S.K. Remillard, A. Hardaway, B. Jork, J. Gilliland,
J. Gibs, Progr. Electromagn. Res. B 15, 175 (2009).
M. Radmilovic-Radjenovic, J.K. Lee, F. Iza and G.Y.
Park, J. Phys. D: Appl. Phys 38, 950 (2005).

R. Tomala, U. Jordan, D. Anderson, M. Lisak, Conitr.
Plasma Phys. 46, 287 (2006).

Central


http://dx.doi.org/10.1103/RevModPhys.12.87 
http://dx.doi.org/10.1103/RevModPhys.12.87 
http://dx.doi.org/10.1103/PhysRev.73.496 
http://dx.doi.org/10.1103/PhysRev.76.722 
http://dx.doi.org/10.1103/PhysRev.76.722 
http://dx.doi.org/10.1063/1.1719557 
http://dx.doi.org/10.1063/1.1719557 
http://dx.doi.org/10.2478/s11534-010-0096-7 
http://dx.doi.org/10.2478/s11534-010-0096-7 
http://dx.doi.org/10.1088/0031-8949/2012/T149/014026 
http://dx.doi.org/10.1103/PhysRev.87.419
http://dx.doi.org/10.1063/1.1722501
http://dx.doi.org/10.1103/PhysRev.130.1841 
http://dx.doi.org/10.1088/0963-0252/3/4/004 
http://dx.doi.org/10.1088/0963-0252/3/4/004 
http://dx.doi.org/10.1088/0963-0252/16/1/022 
http://dx.doi.org/10.1088/0963-0252/16/1/022 
http://dx.doi.org/0018-9480(99)08454-9
http://dx.doi.org/0018-9480(99)08454-9
http://dx.doi.org/10.2528/PIERB09041706 
http://dx.doi.org/10.1088/0022-3727/38/6/027
http://dx.doi.org/10.1002/ctpp.200610005 
http://dx.doi.org/10.1002/ctpp.200610005 

Contrib. Plasma Phys. 53, No. X, 1-7 (2013) / DOI 10.1002/ctpp.201300032

The Role of the Field Emission Effect in the Breakdown Mecha-
nism of Direct-Current Helium Discharges in Micrometer Gaps

S. Matejé¢ik!, M. Klas', B. Radjenovi¢?, M. Durian', M. Savi¢?, and M. Radmilovi¢-
Radjenovié*

! Department of Experimental Physics, Comenius University, Mlynski dolina F2, 84248 Bratislava, Slovakia
% Institute of Physics, University of Belgrade, Pregrevica 118, 11080 Zemun, Serbia

Received 24 May 2013, revised 11 June 2013, accepted 11 June 2013
Published online XXX 2013

Key words Field emission, microdischarges, breakdown mechanism.

This paper presents results of experimental studies of the direct current breakdown voltage curves and volt-
ampere characteristics of discharges generated in a system consisting of two plane-parallel electrodes tungsten
and molybdenum electrodes at separations from 100 gm to 1 um. The measurements were performed in the
pressure range from 22.5 Torr to 738 Torr. The results are presented in the form of Paschen curves. Based
on the measured breakdown voltage curves, the effective yields have been estimated in the case of different
cathode materials. Differences between them are attributed to the influence of the work function of the cathode
material on the current-voltage characteristics due to field emission effect in small gaps and high pressures.
At low-pressures, however, vaporation of impurities from electrodes material becomes significant. The present
paper delivers new data on DC breakdown under these experimental conditions and conditions on the validity
of the Paschen law in helium and provides better insight into the role of the field emission and the electrode
materials on the breakdown voltage.

© 2013 WILEY-VCH Verlag GmbH & Co. KGaA, Weinheim

1 Introduction

Studies of low-temperature helium plasmas that exist in various astrophysical and laboratory environments are
relevant in numerous scientifically and technologically important areas. High pressure non-equilibrium microdis-
charge plasmas have applications including excimer radiation sources, sensors, plasma display panels, ozonizers,
immersion ion implantation, military and civilian aerospace applications, biomedical and environmental appli-
cations [1]- [5]. On the other hand, plasma diagnostics procedures are indispensable for better understanding of
microdischarge physics and optimizing device performance. One possibility to achieve high-pressure discharges
which are still non-equilibrium is to operate at very small gaps (of the order of a few micrometers) [6]- [8].

In the past few decades, a considerable number of studies on microdischarges have been made [9]- [12].
Fundamental knowledge of the electric breakdown in helium, however, has not kept pace with these increasing
interests, mostly due to the complexity of the phenomena related to the plasma breakdown process. At large
separations, the breakdown voltage follows the well known Paschen law and dependence on the pd product
(pressure times the electrode separation) [13]. At small gap sizes when a high electric field is generated, however,
departures from the Paschen law have been reported indicating that ion-enhanced field emission strongly affects
the left hand branch of the Paschen curve [14, 15]. The importance of the role of field emission and vapor
arc have been demonstrated for gaps smaller than 10 ym, leading to the description of the “modified” Paschen
curve. The general conclusion is that the breakdown voltage decreases rapidly for smaller gaps due to field
emission [7,8,12, 14].

In spite of a large number of publications devoted to the measurements of breakdown voltages at micro separa-
tion there exist only few studies in the literature for separation smaller than 300 gm and in homogeneous electric
field [11, 16]. For this reason we built a new system to measure the DC breakdown from 100 ym to 1 ym separa-
tions between plane-parallel tungsten and molybdenum electrodes in homogeneous electric field. Tungsten and
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molybdenum materials are used for many years in the field of lighting materials. They have many unique and ad-
vantageous properties at an elevated temperature and they are widely used for electric and electronic equipments,
electronic devices, medical devices, lighting devices and so on.

In this paper measurements of the breakdown voltage curves for DC discharges in helium over a full range of
pd values are presented. Measurements have been performed for several values of the gas pressure by varying
the micrometer gap sizes. The principal problems in obtaining accurate measurements of the electrical break-
down potential are addressed by the electrode preparation and simultaneous measurements of the current-voltage
characteristics. Experimental results are supported by the theoretical predictions based on the Fowler-Nordheim
theory. The roles of the field emission effect as well as the material and the conditions of the cathode materials
are analyzed and discussed.

2 Experimental

The discharge system contains two planar electrodes placed in the high vacuum chamber as shown in Fig. 1
[15,16]. The vacuum chamber itself consists of three parts: positioner for centering the electrode position in
three directions (with accuracy about 1 ym) and tilting the upper electrode which is located in the upper part. In
the middle part there is a glass crux with four fused silica windows. In the bottom part there is also positioning
system for tilting electrode as well as improved system for very ultra fine tilting. In this experiment, two different
geometries of electrodes were used. Tungsten electrodes were highly polished and their sides were covered by
dielectric glass cap in order to prevent discharge to ignite at longer paths. These electrodes allow to study the
breakdown voltages in whole range of pd of Paschen curve. Whereas the molybdenum electrodes with Bruce
profile were used to compare measured breakdown voltages on the right side of Paschen curve with tungsten
electrodes as well as the influence of long path discharge on the left side of Paschen curves. For both electrodes
the same procedures for measurement were applied. One of the electrodes was fixed while the other was moved
continuously with micrometer scale linear feed-through. The 0 ym separation of the electrodes was established
by checking the electrical contact between the electrodes and then the movable electrode was pulled away by the
means of the micrometer screw at the upper electrode. Both tungsten electrodes were equipped with dielectric
caps (immune to vacuum, dielectric breakdown strength =13.8kV /mm) to prevent the ignition of the discharge
at longer path at low pressures. The electrode surface has been polished by the finest diamond paste (0.25 pum)
grain size) in order to achieve the average roughness of the electrode better then 0.25 ym) and measured by using

SEM.
Power supply
D — \")

=| = [r
a A

X,Y,Z and tilting
positioner
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J k: —)ﬁ_ rod
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Fig. 1 Schematic view of the experimental apparatus built for the measurements of the breakdown voltage and volt-ampere
characteristics in direct-current discharges in micrometer gaps.
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Determination of the breakdown voltages were based on recording the current- voltage characteristics by using
a digital oscilloscope and the AD card (National Instruments NI USB-6211). The potential across the discharge
tube was increased with rate 0.3 V /s to 20 V /s (depends on the pressure). Faster ramp voltage can be used in the
left side of Paschen curve were free electrons are emitted easily from the electrode surface by field emission. The
AD card used for the current-voltage measurements has sampling frequency 10 kHz and averages 10 samples.
The discharge current was limited to 2 mA for protection of the electrodes. The value of resistor R; was in most
cases 300 k2, in the case of resistor Ry, where the current was measured the value was 520 €.

3 Theoretical background

Field emission can be described as the extraction of electrons from the surface by the application of very high
electric fields. The current density of the emitted electrons is related to the applied electric field by the Fowler-
Nordheim (F-N) theory [17]:

ABE? _B¢3/2v<y)>

JFE = Wexp( BE (nH

where ¢ is the work function of the metal, (3 is the field enhancement factor, while A and B are constants given
by:

A=62x10"%A/eV

B =6.85 x 107 V/cm/eV3/2,
The terms v(y) and t2(y) represent corrections that were included later in the F-N theory [18]:

v(y) ~ 0.95 — y?

t2(y) ~ 1.1,
with y ~ 3.79 x 10~*\/BE/¢. The enhancement factor 3 strongly depends on the geometrical effects at the
surface such as roughness which in turn depend on the technique used to fabricate the devices. Fowler and
Nordheim [17] originally have been calculated the current for a cold flat surface, although the current weakly
depends on temperature, but it is strongly dependent on emitter shape. To take shape into account, there is a
geometric field enhancement parameter 5 = E/E,,, which is defined as the ratio of the local emitter field over
the applied field. In principle, this factor has a direct physical meaning only for metallic protrusions. If the shape
of the protrusion is reasonably simple, the parameter § value can be calculated quite accurately. Experimentally,
the numerical value of 8 can be determined from the F-N plot. At the same time, such plot may allow us
to determine if the current flow is due to field-emitted electrons (see, for example, [19]). In general, the F-N
equation (1), which are derived from quantum-mechanical considerations, implies that a perfect surface has a 3
value of unity. However, curve fitting of experimental results requires higher values of 3 [19]. This is attributed
to field gradient enhancements resulting from microscopic surface.

4 Results and discussions

The behavior of gases under low pressures and uniform and non-uniform fields, in particular the breakdown
characteristics, are covered in details in work by Craggs and Meek [13]. Under low pressures, the gaseous
breakdown mechanism is dominated mostly by the electrodes and not affected much by the gases involved. Fig.
2 contains the current-voltage characteristics measured for tungsten electrodes in vacuum at very low pressure
of 1.5 x 10~° Torr. For the 1 um gap size and voltages greater than 150V, there is a clear increase in current
that grows larger as breakdown is approached. The current starts at around 0.5 uA (resolution of AD card) and
increases rapidly. If the electric field generated in micro gaps is sufficiently strong, some of the conduction
electrons in the metal lattice are literally pulled into the gap and accelerating toward the electrode. Even if
the mean free path is longer than the gap size and electrons could not gain sufficient energy to ionize atoms,
a breakdown occurs. With increasing electrode gap, increase of the current appears at higher voltages. From
these measurements, determined values of the breakdown voltages for 1 ym, 2.5 pm, 5 gm and 10 ym are 220 V
(220kV /mm) 600V (240kV /mm), 1000 V (20kV /mm) and 1600 V (160 kV/mm. For the 1 um gap size the
voltage is estimated within the accuracy of around 20%, while for the 10 gm within 10 — 15%.

www.cpp-journal.org © 2013 WILEY-VCH Verlag GmbH & Co. KGaA, Weinheim
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The influence of the enhancement factor on the current-voltage characteristic is illustrated in Fig. 3. Black
symbols represent our experimental results for the tungsten electrodes (¢ = 4.5eV’) separated by the 2.5 pm.
Calculations were performed in accordance with the F-N equation (1) for the enhancement factor of 35 (red
symbols), 40 (pink symbols), 50 (blue symbols) and 60 (green symbols). Since the experimental results agree
well with the calculations results obtained with 8 = 40, we assume such value for the enhancement factor.
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The helium breakdown voltage curves for various gap sizes from 1 gm to 100 ym are shown in Fig. 4. Two
sets of measurements have been performed: i) with tungsten electrodes with dielectric cap (blue symbols) and
ii) with electrodes made of molybdenum with Bruce profile (violet symbols). The results are compared with
the Paschen curve obtained at constant electrode separation of 100 pm for tungsten electrodes (red symbols) and
10 mm (open symbols) gap sizes taken from [20]. On the left branch of the breakdown voltage curve, results
for the molybdenum electrodes at constant atmospheric pressure and variable electrode distance are much lower
and have a different shape than those for tungsten and copper electrodes ref. [20]. However, these results are in
agreement with expectations of long path discharge breakdown allowed by construction of electrodes. Thus on the
left side of Paschen curve breakdown voltage are more or less equal or slightly higher that minimum breakdown
voltage for Helium gas. In contrast to molybdenum electrodes, the results taken for tungsten electrodes do not
show long path breakdown at the left site of the Paschen curve due to dielectric cap. For the pd values greater
than 3 Torr X cm, all results have similar trends indicating that the electrode materials play no significant role
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on the right hand branch of the breakdown curve. Our data for tungsten electrodes (blue symbols) satisfactorily
agree with data from other electrode materials for the pd values of 1.5 Torr x cm and higher. Below this value the
effects associated with the high values of the electric field cause departure from the standard Paschen law. In other
words, combination of small electrode distance and high reduced electric field leads to decrease of breakdown
voltages.

Based on the breakdown voltage curves from Figure 4, the effective yields have been estimated and shown in

Figure 5a. It is well known that the effective yield in microgaps depends on the cathode material in accordance
with the expression:

Yers = Ke P/,

@
where E is the electric field near the cathode and K and B are material and gas dependent constants. Although
the molybdenum and tungsten have very similar work function (4.2 eV and 4.5 eV, respectively), their current-
voltage characteristics determined from expression (2) are different as shown in Figure 5b which could explain
the large discrepancies between the yields observed in Figure 5a, especially at large ratios E/p. On the other
hand, different purity of helium also affects the results. Although, we used the same purity of helium, differences
can be caused by the evaporation of impurities from electrodes material at low pressures.
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Fig. 5 The dependence of the effective yield on the F/p ratio estimated from the breakdown voltage curves and b) current
versus the electric field, for two different cathode materials: tungsten (blue symbols) and molybdenum (violet symbols).
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Fig. 6 Volt-Ampere characteristics for the 100 pm gap size at the pd of: a) 7.4 Torr X cm and b) 3.6 Torr X cm.
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6 S. Matejcik et al.: Breakdown mechanism of direct-current helium discharges in micrometer gaps

The breakdown voltage curve for 100 um gap shows no apparent departure from Paschen law and thus we
consider it as a normal discharge. This is confirmed by the Volt-ampere characteristics recorded at two different
pd values of: 7.4 Torr x cm (Figure 6a) and 3.6 Torr x cm (Figure 6b). The measurements carried out at differ-
ent pressures have similar tendencies and correspond to the normal discharge characteristics. On the other hand,
at 5 um electrode separation and the atmospheric pressure the breakdown curve shows departure from Paschen
law and thus discharge generated at this electrode separation represents a different type of discharge due to im-
portant role of processes associated with high electric field. The Volt-ampere characteristic for this discharge (see
Figure 7) clearly demonstrates, that the current is practically limited by the field emission of the electrons from
the electrode.

2000
| s bum, p=741 Torr‘
o ?5-”:' o o 0 on
Dn o % 5o DEI‘: g a0 a
o 5o BBa
1500 - @q:mn%ﬂ“*gﬂﬂﬂna”” “"’unﬂf””n © .8, "
f— o o Fﬁu @gﬂ q%m o DDD o o
> dhg it %n nu mun nu%nlﬁ%g % e o
— & [ I
o uuu oy qgndﬂ Dugh?ng
) o g Pofdale® ot o o
ﬁ 1000 4 = oad a8 3 o
'—c' EDEDD N
> [=] ogo
T
500 4 :
o o
o o oo o o th =1 o o
oo g o B , ofog f Wmmogan °°
O ) 1

T T T v T ¥ T v T v T T T v
0 50 100 150 200 250 300 350 Fig. 7 Volt-Ampere characteristics for the 5 ym gap
Current [nA] spacing and the pd value of 0.37 Torr x cm.

5 Conclusions

In this paper novel experimental results for the DC breakdown voltage curves in helium for the gap sizes ranging
from 1 gm m to 100 gm were presented and discussed. Results for the tungsten electrodes are in a good agreement
with the previously published data [20]. Results for the molybdenum electrodes (Bruce profile geometry) are
systematically lower than results for tungsten and copper electrodes, especially at lower pd values (left hand
branch of the breakdown curve). The results show that the right hand branch, seems to be almost independent of
the electrode material.

Based on the measured breakdown voltage curves, the effective yields as a function on the E/p ratio have been
determined. The obtained values clearly illustrated dependence of the yield on the cathode material. Although
some materials have a similar work functions, their current-voltage characteristics that correspond to the F-N
equation (1) are different. It was also found out that differences between yields for various materials are due to
evaporation of impurities from electrodes material at lower pressures.

Besides the electrode materials, the electrode geometry and the electrode separations have important influence
on the Paschen curve. With increasing electrode separation, the breakdown voltage increases since the contri-
bution of field emission progressively decreases. Violation of the standard scaling law was observed when the
strength of the electric field is high enough to induce the field emission of electrons. Field emission combined
with other mechanisms is known to limit usable voltages to values well below those predicted by avalanche
breakdown.
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The surface charging effects in three-dimensional simulation
of the profiles of plasma-etched nanostructures
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SUMMARY

Particles and fields represent two major modeling paradigms in pure and applied science at all. Particles
typically exist in a spatial domain and they may interact with other particles or with field quantities defined
on that domain. A field, on the other hand, defines a set of values on a region of space. In this paper, a
methodology and some of the results for three-dimensional (3D) simulations that includes both field and
particle abstractions are presented. In our studies, charging damage to a semiconductor structure during
plasma etching is simulated by using 3D level set profile evolution simulator. The surface potential profiles
and electric field for the entire feature were generated by solving the Laplace equation using finite elements
method. Calculations were performed in the case of simplified model of Ar"/CF4 non-equilibrium plasma
etching of SiO,. Copyright © 2010 John Wiley & Sons, Ltd.
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1. INTRODUCTION

Since its introduction in the 1970s, plasma etching has become an integral part of semiconductor
integrated circuit (IC) processing, treatment of materials (such as implantation) and especially for
achieving massively parallel production of well-organized and designed nanostructures [1-3].
Plasma etching requires a high etching rate, anisotropy, uniformity across the wafer, and process
reproducibility [4,5]. Precise monitoring of the etched profile in microelectronic devices during
plasma etching process is one of the most important tasks of front-end and back-end
microelectronic devices manufacturing technologies. Charging effects during plasma etching of
high-aspect ratio structures can cause gate oxide degradation during gate etching and profile
deformation issues such as notching or bowing [6—8]. The origin of this phenomenon is due to the
difference in directionality between ions and electrons when they cross the plasma sheath and
interact with three-dimensional (3D) structures. The potential for using modeling and simulation
to benefit industrial users of plasma processes and equipment has never been greater [9,10].
Plasmas are used in about 30% of all semiconductor manufacturing processing steps, and about
the same fraction of processing equipment is plasma-based in a typical microelectronics
fabrication facility. In the last several years, computational costs continue to decrease steadily and
considerable progress has been achieved in establishing the major modeling strategies that are
necessary to achieve practical industrial objectives. Nevertheless, low-temperature plasma
processing science is a relatively young field, and has not therefore received the in-depth,
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sustained attention that is required to have a significant, timely impact in industry. This situation
is perhaps most evident in the area of the database for physical and chemical processes in plasma
materials processing [11]. The profile surface evolution during plasma etching, deposition, and
lithography development is a significant challenge for numerical methods for interface tracking
itself. Level set methods for evolving interfaces [12,13] are specially designed for profiles, which
can develop sharp corners, change topology, and undergo orders of magnitude changes in speed.
Additionally, etching submicron features in insulating material such as SiO, or materials masked
with insulators, e.g. photoresist-masked polysilicon, is accompanied by feature charging effects
caused by the differences in electron and ion angular distributions. The plasma charging reported
by Yoshida [14] has been studied in recent decades [15,16]. The phenomenon can be described as
follows: because of the acceleration in the sheath, the angular distribution is more directional than
that of electrons. The difference causes the electron shading effect at the etched feature, thus
generating positive potential at the deep trench bottom. This charging effect leads to many serious
plasma process induced damage problems such as bowing, trenching, reactive ion etching lag, and
notching. The reduction in the device size and multilayer structures requires a high-aspect ratio in
the SiO, etching. As the aspect ratio increases, the charging effect becomes more observable as
reported by Makabe et al. [17,18]. The negative charge that might develop on the sidewalls can
bend the trajectories of the ions passing close to them. This bending effect may contribute to
microtrenching. In addition, etching rate reduction with time and notching of polysilicon sidewalls
during the overetching step have been attributed in part to feature charging effects. The main goal
of this paper is to include charging effects in our 3D level set etching profile simulator. For that
purpose, some basic aspects of the etching profile simulation procedure, the profile surface
movement via level set method, particle fluxes calculations using Monte-Carlo method and the
electric field (generated by the profile charge) calculations on the basis of the finite elements
method will be described. Finally, the obtained simulation results illustrating charging effect will
be presented and discussed.

2. SIMULATION TECHNIQUE

2.1. Sparse field level set method

In the level set method considered surface at a certain time ¢ is represented by the so-called level
set function ¢ (¢, x). The initial surface is given by {x|¢ (0, x) = 0}. The evolution of the surface
in time is caused by the surface processes in the case of the etching. The velocity of the point on
the surface normal to the surface denoted by R(z, x) is called velocity function. The velocity
function generally depends on the time and space variables and we assume that it is defined on
the whole simulation domain. At a later time ¢>0, the surface is as well as the zero level set
of the function ¢ (¢, x). Namely, it can be defined as a set of points {x|¢ (¢, x) = 0}. This leads to
the level set equation in Hamilton—Jacobi form:

0 H (1) = 0, (n
in the unknown function ¢ (z, x), where Hamiltonian function is given by H = R (¢, x)|Vo(t, X)|
and where ¢ (0, x) =0 determines the initial surface. Several approaches for solving level set
equations have been developed. Among them, the most important are narrow band level set
method, widely used in etching process modeling tools, and recently developed sparse-filed
method [19]. The sparse field method uses an approximation to the level set function that makes
it feasible to recompute the neighborhood of the zero level set at each time step. As a result, the
number of computations increases with the size of the surface, rather than with the resolution of

the grid.
It is well known that Hamiltonian function H is convex if the following condition is fulfilled
O*H
—— >0, 2)
5q0xi5q0x/_ -
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INCLUSION OF THE EFFECT OF CHARGING OF SURFACES

where ¢, is a partial derivative of ¢(z, x) with respect to x; During plasma etching and
deposition processes, the etching (deposition) rate, which defines the surface velocity function
R(t, x), depends on the geometric characteristics of the profile surface itself, or more precisely,
on the angle of the incidence of the incoming particles. In our studies, we shall consider an
etching beam coming down in the vertical direction, conditions that are characteristic for ion
milling technology, but angular dependence of the etching rates appears, more or less, in all
etching processes. In these cases, the most useful finite difference scheme that can be applied is
the Lax—Friedrichs scheme, one that relies on the central difference approximation to the
numerical flux function, and preserves monotonicity through a second-order linear smoothing
term. It is shown [20] that it is possible to use the Lax—Friedrichs scheme in conjunction with the
sparse field method, and to preserve sharp interfaces and corners by optimizing the amount of
smoothing in it. This is of special importance in the simulations of the etching processes in which
spatially localized effects appear, such as notching and microtrenching.

2.2. Particle fluxes calculations

Particles are usually used in one of the two ways in computer scientific applications: In the first
way, the particles know as ‘tracers’ are tracking in order to gather statistics that describe the
conditions of a complex physical system. The second way is based on performing direct numerical
simulation of systems that contain discrete point-like entities such as ions or molecules. In both
cases, there are one or more sets of particles, while each set contains some data associated with it
that describes its members’ characteristics, such as charge, mass, or momentum. The state of the
physical system is determined by these data.

Simulation of the etch process in details requires knowledge of the etching rates at all the
points of the profile surface during the etching process. These rates are directly related to fluxes
of the etching species on the profile surface, which are themselves determined by the plasma
parameters in the etching device. Electrons do not contribute directly to the material removal,
but they are the source, together with positive ions, of the profile charging that has many
negative consequences on the final outcome of the process especially in the case of insulating
material etching, SiO, for example. As can be observed from Figure 1 that shows the electron
energy distribution functions (EEDF) and the energy distribution function for Ar™ ions (IEDF),
a large number of electron have low energies while the energy of ions is spread to higher
energies. On the other hand, the angular distribution function for electrons (EADF) is different
from the angular distribution function for Ar" ions (IADF) indicating that ions are directed
toward small angles. These distribution functions obtained by particle-in-cell (PIC) calculations
using XPDC1 code [21-23] are used as the boundary conditions for the calculations of ion fluxes
incident on the profile surface.

The etching process in medium/high density fluorocarbon plasmas is believed to consist of
concurrent etching (of the SiO, substrate in our case) and deposition (of a fluorocarbon polymer
layer) phenomena [24]. In this paper, the deposition process is neglected and ion-enhanced
etching and physical sputtering and pure chemical etching of SiO, are considered. It is also
assumed that the electrons are absorbed at the hitting points, while the neutrals can be absorbed
or diffusively reflected, once or many times depending on its sticking coefficient. The positive
ions can be absorbed, or specularly reflected, depending on their energy and incident angle.
It is assumed that charged particles pass on their charge when they hit the surface, and that this
charge does not move after that, what is reasonable for insulating materials. At the boundaries
above the profile surface, periodic conditions are assumed. The surface neutrals coverage
(i.e. the fraction of surface covered by free radicals) 0, satisfies the balance equation:

dOy
dt
where J,, and J,,, are neutral and ion fluxes, S, is the neutral sticking coefficient, k; and k., are
etchant stoichiometry factors, and Ylfiff is the effective etching yield for ion-enhanced chemical
etching. Here, by the term ‘effective’, we denote a quantity related to the integral flux, not to an
individual particle. J., is evaporation flux that corresponds to pure chemical etching. It is related

- JnSn(l - Hn) - kniJion eriffen - kevJeVGna (3)
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Figure 1. Energy distribution functions of electrons and Ar* ions (EEDF and IEDF, respectively) and
angular distribution functions of electrons and Ar" ions (EADF and IADF, respectively) obtained by PIC/
MCC simulations.

to the neutrals flux by the Arrhenius law:

Ey;
Jov = KSioze%Jm 4)

Balance condition df,/df = 0 gives the equilibrium surface coverage:

JnSn
n = off ‘ ()
JnSan"_kniJion Yni +hevJey
So, now we can write equation defining the etching rate ER in the form
_ 1 - eff : eff(1
ER = [JlonYni en +-]10nYni (1 011)+Jev0n]: (6)

Psio,

where pg;o, is SiO, density and eriff is the effective physical spattering etching yield. The etching
rate ER defines the velocity function V(¢, x) at the profile surface. In actual calculation, the
feature profile surface is represented by a set of connected triangles, and the above formula
should be applied to the every single particular triangle. So, instead of effective etching yields we
should define etching yields for every particular ion:

Yai(Ei,0i) = Ani(\/Ei — \/ E)cos o, (7
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and
Yop(Ei0n) = Asp(\/Ei — ([ Em)cos oi(1+ Bgpsin®os), (®)

where F; is the ion energy and o; is the angle between the surface normal and the ion incident
direction at the point of incidence. Numerical values of the constants appearing in relations (3),
4), (6), (7), and (8) are taken from the Reference [18]. The triangular representation of the
profile surface requires that instead of integral particle fluxes J, and Ji,,, corresponding
summations over every particle incident on the particular triangle

R,

Jp=—N,, 9

T ©)

J1 n eft =8 Ym EI) i 10

on T Amemhz (Ei0), (10)

and

fion Yeo = — =0 Yoi (E; 11

Jion AAtetch 21: Spl( 1,04), (11)

should be used. Here, N,, denotes the number of neutrals absorbed on the particular triangle, R,
(Rion) is the ratio of actual number of neutrals (ions) passing the upper computational domain
boundary during the etching time interval and number of neutrals (ions) used in Monte Carlo
calculations, 4 is the particular triangle area, and Aty is the etching time interval. The ions can
be absorbed, or specularly reflected, depending on their energy and incident angle. The
probability of specular reflection Py is given by [25]:

szl—cl\/E(g—ai). (12)

Neutrals (F radicals) density is supposed to be 10' m®. The simulation time is 100s, and it is
divided in 100 equal etching intervals (Monte Carlo steps).

2.3. Electric fields calculations

In general, electromagnetic field equations were identified with the ‘Maxwell equations’, i.e. with
partial differential equations, which are extremely rich in symmetries and (hence) conservation
laws. In the continuum, many conservation laws follow directly from invariances of the
Lagrangian (Noether symmetries) such as energy or momentum conservation, while others have
an inherent topological aspect, such as magnetic charge. When Maxwell’s equations are
discretized on a mesh, a number of symmetries of the continuum theory are modified or broken.
However, some conservation laws may be preserved on a discrete setting. This is because they
often relate a quantity on certain region of space to an associated quantity on the boundary of
the region. Because the boundary is a topological invariant, such conservation laws should not
depend on the metric of the space. A natural mathematical language that explores this aspect is
the calculus of exterior differential forms and associated algebraic topological structures [26].
In this approach, the scalar electrostatic potential is a 0-form, the electric and magnetic fields are
1-forms, the electric and magnetic fluxes are 2-forms, and the scalar charge density is a 3-form.
The basic operators are the exterior (or wedge) product, the exterior derivative, and the Hodge
star. Precise rules (i.e. a calculus) prescribe how these forms and operators can be combined.
In this modern geometrical approach to electromagnetics, the fundamental conservation laws
are not obscured by the details of coordinate system-dependent notation. By working within the
discrete differential forms framework, we are gauranteed that resulting spatial discretization
schemes are fully mimetic. Finite difference method cannot be used when the geometry of the
problem is irregular, as it is usual for the etching profiles. Hence, it is naturally to use finite
elements method. The calculations of the electric fields in this paper are performed by
integrating a general finite element solver GetDP [27] in our simulation framework. GetDP is a
thorough implementation of discrete differential forms calculus, and uses mixed finite elements
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to discretize de Rham-type complexes in one, two, and three dimensions. Meshing of the
computational domain is carried out by TetGen tetrahedral mesh generator [28]. TetGen
generates the boundary constrained high-quality (Delaunay) meshes, suitable for numerical
simulation using finite element and finite volume methods. As a part of the post-processing
procedure, the electric fields, obtained on the unstructured meshes, are recalculated on the
Cartesian rectangular domains containing the regions of the particles movement. In this
manner, the electric field on the particles could be calculated by simple trilinear interpolation.

3. RESULTS AND DISCUSSION

Our simulation results involve the profile charging calculations for the fixed profile surface. All the
calculations are performed on 128 x 128 x 384 rectangular grid. The initial profile surface is a
rectangle deep with dimensions 0.1 x 0.15 x 0.1 pm. Above the profile surface is the empty space
(trench region). The incident particles are generated randomly at the top of the simulation region.
In the case of the ion-enhanced chemical etching, the dependence of the surface velocity on the
incident angle is simple: V=V, cos 0 and the evolution of the etching profile is displayed in Figure 2.
Although, this is the simplest form of angular dependence, but it describes the ion-enhanced
chemical etching process correctly [19]. In this case, we expect that the horizontal surfaces move
downward, while the vertical ones stay still. This figure shows that it with optimal amount of
smoothing gives minimal rounding of sharp corners, while preserving the numerical stability of the
calculations. In order to illustrate the obtained results more clearly, Figure 3 shows the surface mesh
of the tetrahedral mesh corresponding to the last profile in Figure 2. This mesh defines the profile
surface for the subsequent particle flux and electric field calculations.

The fluxes of different particles are shown in Figure 4. Collisions in the simulation domain
are neglected because mean-free path of ions and electrons is much longer than the simulation
domain size. Also, the probability that more than two particles exist in the simulation space at
the same time is very low because the life time of ions or electrons in the simulation region is
much shorter than the incident time interval. The neutral and the electron fluxes distributions
are similar: they are concentrated on the top of the wafer and upper portion of the sidewalls,
while the ions, due its directionality, are accumulated at the bottom of the profile. Solving the
Laplace equation with such a charge distribution as boundary condition leads to the potential
distribution on the profile shown in Figure 5. The maximal value of the potential at the bottom

Figure 2. The time evolution of the profile during ion-enhanced chemical etching.
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Figure 3. The surface mesh generated by Tetgen related to the last profile.
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Figure 4. Fluxes of neutrals, electrons, and ions at the profile surface.

of the profile is somewhat bigger than the average ion energy, while the top surface is slightly
negatively biased. Since the electrons leave the plasma with relatively high energies, they have
very anisotropic distribution as they slow down in the sheath, so they are deposited mainly at
the sidewalls and cannot reach the bottom. The deposited electrons at the entrance to the nano
trench or nano hole actually also contribute to prevent other electrons from reaching the bottom
of the structure and neutralizing the charge. Negative ions from the plasma have low energies so
they cannot cross the sheath which was designed to slow down the much more energetic
electrons. Similar, Figure 6 illustrates the potential cut. The aspect ratio of a feature typically
refers to the ratio of the depth of the feature to its smallest horizontal cross-sectional dimension.
It was shown that for the aspect ratios greater than 7 the potential at the bottom of the structure
becomes equal to the potential corresponding to the ion energy. On the other hand, the potential
Copyright © 2010 John Wiley & Sons, Ltd.
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Figure 5. Potential distribution on the profile surface for two different values of the aspect ratio:
(a) AR =4.5 and (b) AR=6.
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Figure 7. Electric field on the profile surface (expressed in V/m) for: (a) AR =4.5 and (b) AR =6.

at the sidewalls of the structure closer to the top is small as it is defined by the energy of
electrons reaching the sidewalls.

The influence of the aspect ratio on the electric field vectors on the profile surface is depicted
in Figure 7. It is obvious that the field stimulate notch creation by directing the ions toward
sidewalls, as it is explained in Reference [8]. At the very top, the field accelerate the ions

Copyright © 2010 John Wiley & Sons, Ltd. Int. J. Numer. Model. (2010)
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downward, but it quickly changes direction at the lower positions of the profile. The zero field
border height is determined by the etching plasma parameters.

4. CONCLUSIONS

As one of the crucial aspect of the modern technologies, plasma processing plays a significant
role in fabrication of integrated circuits (IC) and consequently in electronics and consumer goods
in general. Damage to ICs during manufacturing as a result of charging of the dielectrics during
finalization of interconnects is both reducing the profitability and reducing the ability to reach
large sizes of microchips and make complex system integration on a single chip. Therefore,
realistic three-dimensional etching profile simulations are needed, although still lacking. It is
understandable that realistic calculations should involve complex surface reactions set, the effects
of the profile charging, polymer deposition, as well as better statistic (greater number of particles)
in the Monte Carlo step of the calculations, which is usually limited by the available
computational resources. Emphasis should be placed on etching rates, uniformity, anisotropy,
selectivity, and critical dimension control. In this paper, we have presented 3D simulation results
for the profile evolution during ion-enhanced etch process as well as potential on profile and the
electric fields for different aspect ratio values. The electron shading effect and the resultant
charging damage to the structure begin to be significant in etched features having an aspect ratio
greater than about 2. The electron shading effect gets worse as the aspect ratio increases, since the
electron accumulation near the opening and top sidewalls of the feature makes it increasingly
difficult for anything but the positively charged high-energy species to get past that entrance and
any distance down into the deepening etched features that arrive at the wafer surface.
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Nauka o materijalima nalazi se u Zizi savremenog
nau¢no-tehnolo$kog progresa. U Sirokom dijapazonu
naucnih i inZenjerskih disciplina za sintezu novih mate-
rijala, nalazi se i upotreba neravnotezne plazme, kao
jedan od kljuénih postupaka u razvoju Siroke klase
novih materijala. Naro€ito znacajna u razvoju mikro i
nano elektronske industrije, upotreba neravnoteznih
plazmi predstavlja nezamenljiv tehnoloski proces za na-
grizanje dielektri¢nih interkonekt slojeva visokog od-
nosa dubine i Sirine [1-3]. Uzimajuéi u obzir da ovi
koraci predstavljaju oko 80% aktivnosti u proizvodnji
integrisanih kola, neravnoteznim plazmama se posve-
¢uje velika paZnja u istrazivanjima koja, u skorije vre-
me, obuhvataju sve veéi broj novih tehnika. Zahvalju-
ju¢i razvoju brzih racunara, raCunarske simulacije su
postale veoma popularna i pouzdana istrazivacka teh-
nika, koja trenutno ima veliki udeo u istrazivanju nano-
tehnologije [4-8].

U ovom radu, narocitu paznju smo posvetili mode-
lovanju procesa sekundarne emisije elektrona kod ka-
pacitivno spregnutog reaktora cilindricne geometrije,
koris¢enjem jedno-dimenzionalnog PIC/MCC (eng.
Particle in Cell with Implemented Monte Carlo Colli-
sions) koda [9—11].

Premda je uloga sekundarnih elektrona u proce-
sima elektri¢énog proboja u gasovima kod niskostrujnih
stacionarnih praznjenjenja tematika koja datira jo§ sa
pocetka XX veka, svi njeni aspekti jo§ uvek nisu u pot-
punosti izuceni. U skorije vreme, uticaj sekundarne emi-
sije elektrona na karakteristike plazmi se ponovo nalazi
u ZiZi interesovanja, pre svega zbog njihove uloge u
fundamentalnim istrazivanjima i zbog niza industrijskih
aplikacija [12-16].

Do sada, modelovanje plazma reaktora je podrazu-
mevalo ukljuéivanje i procesa sekundarne emisije elek-
trona pretpostavljajué¢i da je prinos sekundarnih elek-
trona konstantan, §to je u velikoj meri prouzrokovalo
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UTICAJ SEKUNDARNE EMISIJE ELEKTRONA
NA KARAKTERISTIKE RADIO-FREKVENTNIH

U ovom radu proucavan je uticaj sekundarne emisije elektrona na karakteristike ra-
dio-frekventnih (rf) plazmi. Koris¢enjem jednodimenzionalnog PIC/MCC (Particle in
Cell with Implemented Monte Carlo Collisions) koda modelovan je kapacitivno spreg-
nuti plazma reaktor, napajan pomocu dva rf generatora na razlicitim frekvencijama.
Sekundarna emisija elektrona je jedan od kljucnih procesa, kako sam po sebi tako i
zbog uticaja na karakteristike praznjenja. Sekundarna emisija elektrona sa povrsina
modelovana je pomocu izraza koji su predlozili Phelps i Petrovic¢ (Plasma Sources Sci.
Technol. 8 (1999) R21-R44) za tretirane i netretirane metalne povrsine. Pokazano je
da su karakteristike plazme u velikoj meri zavisne od uslova na povrsinama elektroda.

znaéajna odstupanja rezultata modelovanja od eksperi-
mentalno dobijenih podataka. U ovom radu, modelova-
nje je ostvareno koriste¢i realne modele za prinos se-
kundarnih elektrona u argonu, koristeéi izraze preuzete
iz rada Phelps-a i Petrovic¢a [12].

Simulirani asimetri¢ni dvo-frekventni kapacitivno
spregnuti reaktor (slika 1), predstavlja vrstu reaktora
koji se najéesée koriste u praksi zbog niza pogodnosti.
Povoljna karakteristika dvo-frekventnih reaktora se sa-
stoji u mogucnosti da se proizvodnja plazme i energija
jona kontrolisu razli¢itim generatorima. Pod uslovom da
je sprega izmedu generatora mala, mozemo postici se-
lektivnu kontrolu procesa u plazmi. Za praksu je zna-
¢ajna kontrola jona koji udaraju povriSinu unutrasnje
elektrode, odnosno kontrola onih jona koji se koriste u
obradi materijala.

Slika 1. Shematski prikaz asimetricnog kapacitivno spregnutog
reaktora sa dve frekvencije.

Figure 1. Schematic representation of the asymmetric
dual-frequency capacitively coupled reactor.

U literaturi se moze naéi detaljno objasnjenje kako
dolazi do formiranja napona na unutra$njoj elektrodi
usled ambipolarne difuzije Cestica iz plazme. Ovde
¢emo reéi samo da se prednapon, ili jednosmerna kom-
ponenta naizmenic¢nog napona, na unutrasnjoj elektrodi
formira tako da se izjednace gubici jona i elektrona iz
plazme. Prednapon unutrasnje elektrode uti¢e na srednju
vrednost elektri¢nog polja u prielektrodnoj oblasti. Zbog
brzo-promenljivog elektri¢nog polja u plazmi, koje ima
srednju vrednost razli¢itu od nule, joni kao znatno inert-
nije Cestice od elektrona kretaée se prateci srednju vred-
nost polja u vremenu. Srednja vrednost elektri¢énog polja
u prielektrodnoj oblasti je odgovorna za ubrzavanje
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jona, a samim tim utice i na energiju jona koji bombar-
duju unutrasnju elektrodu i emituju sekundarne elek-
trone.

U simulacijama, interesovao nas je, pre svega, uti-
caj sekundarne emisije na karakteristike plazme. Karak-
teristike od posebnog interesa su koncentracija plazme,
fluks i raspodela energije jona koji dospevaju do elek-
troda (eng. lon Energy Distribution Function, IEDF), s
obzirom da koeficijent sekundarne emisije elektrona za-
visi od energije jona koji udaraju u neku od elektroda.

Za metalne elektrode uzeli smo koeficijente sekun-
darne emisije prema izrazima Phelps-a i Petrovica za
nekoliko slucajeva razlicito tretiranih elektroda. U os-
novi su nam dve glavne postavke reaktora: a) kada je
unutrasnja elektroda Cista i spoljasnja neocis¢ena (skra-
¢eno Cista—neoCiS¢ena reaktor) i b) kada je unutrasnja
neociséena i spoljasnja Cista elektroda (skraceno neocis-
¢ena—Ccista reaktor). Pored ove dve postavke, simulirali
smo i kombinaciju elektroda kada nema sekundarne
emisije na unutrasnjoj, dok je na spoljasnjoj elektrodi
koeficijent sekundarne emisije y = 0,2 (skraceno 0-0.2
reaktor) i kada na obe elektrode nema sekundarne emi-
sije (skraceno 0-0 reaktor).

Praznjenje u gasu spada u domen plazme niskog
pritiska, neutralni gas je na pritisku od 20 Pa. Unutrasnji
polupre¢nik reaktora je 0,03 m, dok je spoljasnji polu-
precnik 0,0519 m. Generator vise frekvencije je na 28
MHz, amplitude 2000 V i vezan je za spoljasnju (vecu)
elektrodu, dok je generator nize frekvencije na 2 MHz,
amplitude 500 V i vezan je za unutrasnju (manju) ele-
ktrodu. Kapacitivnost kondenzatora je direktno poveza-
na sa geometrijom reaktora i vrednost od 100 pF je us-
kladena sa brojem naelektrisanih Cestica koji pune kon-
denzator, odnosno sa padom potencijala u prielektrod-
noj oblasti.

Sekundarna emisija elektrona sa elektroda

Jedna od najznacajnih pojava koja je ponovo pos-
tala aktuelna u poslednje vreme je sekundarna emisija
elektrona sa elektroda, koja je posledica udara razli¢itih
Cestica o povrSinu elektrode. Za odrzavanje praznjenja u
gasovima neophodna je proizvodnja sekundarnih elek-
trona koji treba da zamene elektrone izgubljene na povr-
Sinama elektroda i na zidovima reaktora. Uslov za sam
¢in proboja je da sekundarna lavina postane jednaka
primarnoj, odnosno da se ukupna proizvodnja elektrona
u kruznom toku primarne lavine, povratne sprege i se-
kundarne lavine izjednaci sa gubicima elektrona na ano-
di. Pod pojmom sekundarne lavine podrazumevamo sve
lavine koje nastaju iza prve i to, §to posebno isti¢emo,
usled udara jona o povrsine elektroda.

Procese sekundarne emisije elektrona sa povrsine
izazvane razli¢itim vrstama Cestica, opisujemo prinosom
sekundarnih elektrona y koji, u znatnoj meri, zavisi od
stanja povrsine i upadne energije Cestica. Kada se joni i
atomi sudare sa ¢istom povr$inom moze se desiti neko-

liko vrsta procesa, ali je najvazniji izbacivanje elektrona
sa povrSine. Ovaj proces direktno utie na tok elek-
tricnih praznjenja obezbedujuéi i mehanizam povratne
sprege neophodne da se odrzava praznjenje u gasovima.
Sekundarnu emisiju elektrona uzrokuju Cetiri osnovna
procesa:

— fotoelektronska emisija,

— emisija kao posledica sudara metastabila sa povr-
$inom,

— potencijalna emisija u sudarima jona sa povrsi-
nom i

— kineticka emisija u sudarima jona i atoma sa po-
vr§inom.

Sva Cetiri navedena procesa su mogucéa kod praz-
njenja u argonu i medusobno su povezana. Ostali vazni
procesi na povrSinama ukljucuju: sudarno gasenje meta-
stabila (Sto je povezano sa drugim procesom) i procese
refleksije elektrona, jona i neutrala sa povrSina.

Najpre ¢emo dati kratak pregled postojecih rezul-
tata za prinos sekundarnih elektrona izazvanih delova-
njem jona na tzv. Ciste i neociScene povrsine elektroda.
Pod pojmom diste elektrode podrazumeva se elektroda
koja je tretirana zagrevanjem njene povrsine na tempe-
raturi od oko 2000 K u uslovima dobrog vakuuma, dok
se sama merenja koeficijenta sekundarne emisije elek-
trona vrSe na sobnoj temperaturi u veoma visokom va-
kuumu. Ponekad se proces ¢iscenja katode ostvaruje i
skidanjem njenog povrsinskog sloja jonskim spatero-
vanjem.

Neociscene povrsine elektroda predstavljaju povr-
Sine obradene u radionici standardnim mehanickim i he-
mijskim tehnikama koje, potom, bivaju izlozene atmos-
ferskom gasu $to moze rezultirati oksidacijom ili nekim
drugim kontaminirajuéem procesom u procesu pumpa-
nja do relativno niskog vakuuma, kao $to je depozicija
para iz pumpe. Stabilni oksidni slojevi se na ovaj nacin
ne mogu ocistiti, ¢ak ni u slucaju plemenitih metala kao
Sto je zlato.

Na slici 2 prikazani su eksperimentalni rezultati za
prinos sekundarnih elektrona za snopove Ar' jona i Ar
atoma koji padaju na razliite Ciste metalne povrSine u
zavisnosti od njihove upadne energije. Slika je preuzeta
iz rada Phelps-a i Petrovic¢a [12] i obuhvata sve prona-
dene podatke za energije ispod 1 keV.

Za vecinu katodnih povrSina koeficijent sekundar-
ne emisije elektrona po jonu gotovo da ne zavisi od
upadne energije jona u opsegu jonskih energija ispod
500 eV. Ova nezavisnost od energije se pripisuje Au-
gere-ovom procesu koji se naziva potencijalno izbaci-
vanje elektrona. Oblast zavisnosti koeficijenta sekun-
darne emisije od upadne energije jona na energijama od
nekoliko keV pripisuje se kinetickom izbacivanju, prem-
da priroda ovog procesa jo§ uvek nije sasvim razjas-
njena. Granica na kojoj nastaje kineticko izbacivanje je
odredena procesima multielektronske emisije elektrona
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Slika 2. Energijska zavisnost prinosa sekundarnih elektrona kada snopovi Av* jona i Ar atoma padaju na razlicite Ciste katodne
povrsine. Puni simboli predstavijaju rezultate razlicitih autora za Ar" jone, dok otvoreni simboli odgovaraju rezultatima za Ar jone.
Figure 2. Energy dependence of the secondary electron yield for Ar* ions and Ar atoms hitting clean surfaces of different materials.
Full symbols represent results from various authors for Ar* ions and open symbols correspond to Ar atoms.

sa povrsine katode. Mozemo smatrati da je za vecinu
metala koeficijent sekundarne emisije elektrona po jonu
priblizno jednak 0,1 za energije ispod 1 keV.

Na slici 3 prikazani su eksperimentalni rezultati za
7i koeficijente u slu¢aju Ar' jona, kao i za y, koeficijente
u slucaju Ar atoma koji padaju na metalne povrsine iz-
lozene u razli¢itom stepenu kiseoniku, vodi, okolnom
gasu ili koje su na nespecificiran nacin kontaminirane.
Podaci sa slike pokazuju da su na niZim energijama
(<150 eV) vrednosti koeficijenta y; za Ar veoma rasute
(vise od jednog reda velicine).Vec¢ina ovih podataka za
Ar ukazuje na slabu energijsku zavisnost koeficijenta od
jonske energije.

U naSim PIC/MCC prora¢unima Kkoristili smo iz-
raze preuzete iz rada Phelps i Petrovi¢ [12] za prinos
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Slika 3. Energijska zavisnost prinosa sekundarnih elektrona kada snopovi Ar* jona i Ar atoma padaju na razlicite neociséene katodne
povrsine. Puni simboli predstavijaju rezultate razlicitih autora za Ar" jone, dok otvoreni simboli korespondiraju rezultatima za Ar jone.
Figure 3. Energy dependence of the secondary electron yield for Ar' ions and Ar atoms hitting dirty surfaces of different materials.
Full symbols represent results from various authors for Ar* ions and open symbols correspond to Ar atoms.
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Prinos drugog sabirka u svakom od izraza (1) i (2)
jednak je nuli za energije incidentnih jona ispod 500 eV
i 80 eV, za Ciste i neo¢iséene povrsine redom. Na slici 4
date su krive koje odgovaraju izrazima za koeficijent
sekundarne emisije.
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Slika 4. Koeficijent sekundarne emisije elektrona u zavisnosti
. v . + . .. . .

od energije Cestica za snopove Ar" jona koji padaju na razli-

Cito tretirane povrsine. Obe krive su nacrtane koristeci izraze

(1)i(2).

Figure 4. Coefficient of secondary electron emission induced
by Ar" ions hitting differently treated surfaces. Curves repre-
sent graphs of the relations (1) and (2).

Opravdanost rezultata simulacije

Pre pretstavljanja samih rezultata simulacije, daje-
mo kratak kvantitativni uvid u same parametre simu-
lacije kako bi utvrdili da ne postoje velika odstupanja
koja bi eventualno mogao da unese sam PIC/MCC kod.
Osnovni zahtev koji treba da zadovolji PIC tehnika jeste
dobra prostorna rezolucija pojedinih ¢elija, kako bi se
razlucile sve karakteristicne duzine koje se javljaju u
gasnim praznjenjima. Jedna od najmanjih karakteristic-
nih duzina je svakako Debay-eva duZzina termalnih elek-
trona u srediSnjem delu praznjenja (balku), koja je u rf
gasnim praznjenjima reda Ap =~ 10~ m. Prostor praznje-
nja izdeljen je na 2000 ¢elija, odnosno ¢elijama duzine
Ax = 1,095x107° m, §to omoguéava dobro razlaganje
duzine p. Ovim se minimizuje odstupanje izazvano ap-
roksimacijom konac¢nih elemenata s obzirom da je zado-
voljen uslov:

% =0,11<1 3)

D

Takode, vrlo vazan parametar simulacije je vre-
menski korak, 4¢, za koji je uzeto da je 1/5000 periode
generatora od 28 MHz, odnosno 4t = 7,142857x107"* s.
Time je postignuto razlucivanje brzine Cestica do:

Ax/ At =1,533x10"" m/s @

$to u potpunosti pokriva, ¢ak i za vise redova veliCine,
opseg energija svih Cestica koje se javljaju u simulaciji.

Potrebno je da vremenski korak razluéi i maksimal-
nu kolizionu frekvenciju na osnovu koris¢enih preseka
sudara [17]. Uzima se u obzir najgori slucaj, odnosno
maksimalna vrednost totalnog preseka sudara, iz dome-
na od vaznosti, za jone Gip.x = 1,80x107'® m? i elektrone
Oumax = 1,25x107"° m?, zatim energije jona na kojima je
presek maksimalan (uzimamo S§to vece vrednosti) za
jone FEiy,, = 1000 eV i za elektrone Eey,x ~ 100 eV.
Pritisak neutralnog gasa argona je 20 Pa na temperaturi
od 300 K. Izraz za kolizionu frekvenciju je:

m

gde se gustina neutralnog (pozadinskog) gasa, n,, dobija
iz zakona o gustini idealnog gasa, m je masa elektrona
ili jona, i E su gore definisani totalni presek i energija
Cestice, redom. Ovim je frekvencija sudara za jone i ele-
ktrone f; = 1,91x10” Hz i f, = 3,58x10° Hz, §to oprav-
dava koris¢enje Monte Carlo tehnike sudara za dati vre-
menski korak, s obzirom da je frekvencija sudara u naj-
gorem slucaju nekoliko redova veli¢ine niza od vred-
nosti 1/4t.

Koncentracija plazme

Jedna od osnovnih karakteristika svakog praznjenja
jeste koncetracija naelektrisanih ¢estica u gasu, odnosno
njihova raspodela u prostoru praznjenja. Sredis$nji deo
praznjenja sadrzi ve¢inu naelektrisanih Cestica koje su
kvazineutralnoj ravnotezi, odnosno koncentracije jona i
elektrona su skoro identi¢ne, kao $to se moze videti sa
slike 5. Prielektrodne oblasti sadrze vrlo mali broj nae-
lektrisanih Cestica, medutim, zbog toga $to postoji nerav-
noteza u koncentraciji jona i elektrona (slika 5), one uti-
¢u gradijentom polja na ubrzanje jona ka elektrodama i
time direktno utiCu i na procese na povrSinama. Profil
plazme dostiZe svoj ustaljeni oblik nakon samo nekoliko
mikrosekundi, a zatim se koncentracija Cestica samo po-
vecava, bez velikih odstupanja od uspostavljenog profila.

Na slici 5, na kojoj su date usrednjene vrednosti
koncentracija Cestica u vremenu, moze se primetiti uti-
caj koji sekundarna emisija ima na apsolutnu koncentra-
ciju elektrona i jona u plazmi. Najuocljivija je razlika
izmedu krive dobijene za sistem bez sekundarne emisije
(0-0) i krivih za sistem sa sekundarnom emisijom. Os-
novan zakljucak je da se za precizan opis profila plazme
mora u model praznjenja ukljuciti sekundarna emisija
elektrona od strane jona. Medutim, kao §to se moze za-
kljuciti sa slike 5, odnosno iz razlike krivih za y = 0,2 i
y = p(&) (y(¢) odgovara slucajevima Cista-neocis¢ena i
neocis¢ena-Cista), nije dovoljno samo da postoji koefi-
cijent sekundarne emisije za jone, ve¢ on mora da bude
konzistentan sa realnim fizickim procesima.
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Slika 5. Koncetracija jona i elektrona za Cetiri konstrukcije re-
aktora sa razlicito tretiranim elektrodama, nakon proteklih

5 us simulacionog vremena.

Figure 5. Ion and electron concentrations for four reactor
constructions with differently treated electrodes, after 5 us

of simulated time.

Raspodela energije jona na elektrodama

Slede¢a vazna karakteristika plazme, naroCito za
praksu, jeste raspodela energije jona (IEDF) na unutras-
njoj elektrodi. Uzimajuéi u obzir da se dvo-frekventni
kapacitivno spregnuti reaktori najéesce koriste zapravo
zbog energetskih jona koji padaju na unutrasnjoj elek-
trodi, vrlo je vazno precizno poznavanje raspodele ener-
gije jona u blizini elektroda.

Na slici 6 prikazane su krive raspodele za Cetiri is-
pitivana slucaja, gde se vidi razlika za razlicite koefici-
jente sekundarne emisije. Zavisnost IEDF-a od sekun-
darne emisije je slozena, zbog toga §to veza izmedu ova
dva parametra ima oblik povratne sprege. Pored ovoga,
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¢ista-neociSéena
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0,003
:\
>
)
N
= 0,002+
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Slika 6. Raspodela jona po energijama koji padaju na unutrasnu
elektrodu.

Figure 6. Ion energy distributions on the inner electrode.

T T T T T 1
0 200 400 600

koncentracija plazme koja je takode zavisna od sekun-
darne emisije, uti¢e na profil IEDF na unutrasnu elek-
trodu.

Sa slike 7 vidi se da je uticaj sekundarne emisije na
raspodelu energije jona koji dospevaju na spoljasnu ele-
ktrodu, relativno mali. Relativno velike razlike u koefi-
cijentu za spoljasnju elektrodu (od 0 do 0,2) ne unose
bitne promene u raspodeli energije jona, §to znaci da Ce
pri istim uslovima vise elektrona nastati iz povrSine sa
vecim koeficijentom sekundarne emisije.

Dosadasnji rezultati nas mogu dovesti do zakljucka
da zbog razlike u gustini plazme i IEDF-a na unutrasnu
elektrodu (slika 6) sekundarna emisija sa elektroda ima
veliki uticaj na raspodelu energije jona na unutrasnu ele-
ktrodu, $to je vrlo vazan prametar kada se govori o pri-
meni rf plazme u obradi materijala.

Potencijal plazme

Potencijal plazme ima ulogu da zadrzi elektrone u
plazmi i da izazove da $to veci broj jona napusti plaz-
mu. S obzirom na to, potencijal plazme je uvek na vecoj
vrednosti od potencijala elektroda. U toku vremena po-
tencijal plazme se menja, prate¢i uglavnom oscilacije
nisko-frekventnog izvora, pri ovome dolazi i do prome-
ne pada potencijala u prielektrodnoj oblasti. Na slici 8
primecuje se da za realne postavke reaktora (Ciste i ne-
oCiSc¢ene elektrode) nema razlike u prostornom potenci-
jalu plazme. Drugim rec¢ima, joni u reaktorima konfigu-
racije Cista-neocCiS¢ena i neociScena-Cista elektroda pa-
daju na unutras$nju i spoljasnju elektrodu pod istim us-
lovima. Naravno, ovo jo$ vise dovodi u prvi plan uticaj
sekundarne emisije, jer i pri istim uslovima u plazmi
promena koeficijenta sekundarne emisije dovodi do
drasti¢nih promena karakteristike plazme (slike 5 i 6).

Napomena je da ovi zakljucci vaze u slucaju real-
nog modelovanja sekundarne emisije prema izrazima
Phelps-a i Petrovi¢a, gde koeficijent sekundarne emisije
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0,006 |

—— 0-0 elektroda
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0,002 4

0,000 : , e ,
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Slika 7. Raspodela jona po energijama koji dospevaju na
spoljasnju elektrodu.
Figure 7. lon energy distributions on the outer electrode.
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zavisi od energije jona. Sa slike 8 moze se zakljuciti da
nerealni modeli sekundarne emisije drasticno menjaju
sliku procesa u praznjenju, $to se vidi iz razlike prostor-
nog potencijala za elektrode sa konstantnom sekundar-
nom emisijom.
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600 Cista-neociscena
0-0.2
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Slika 8. Prostorni potencijal u plazmi usrednjen po vremenu.
Figure 8. Time averaged plasma potential.

Efektivni y koeficijenti

U ovom odeljku, cilj je da se pokaze kako moze da
se predstavi koeficijent sekundarne emisije njegovom
efektivnom vredno$cu, na osnovu simulacionih rezultata
za fluks jona (slika 9) i fluks sekundarnih elektrona
(slika 10).
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Slika 9. Broj jona koji je pao na nekoj od elektroda u toku
vremena.
Figure 9. Number of ions that have fallen on the electrodes.

Po definiciji, koeficijent sekundarne emisije pred-
stavlja verovatnoca da jon proizvede sekundarni elek-
tron. Drugim re¢ima, odnos izmedu broja sekundarnih

elektrona koji nastaje na elektrodi i broja jona koji ne-
stane na njoj jednak je koeficijentu sekudarne emisije.
Koriste¢i ovu ¢injenicu, mozemo na osnovu flukseva jo-
na i sekundarnih elektrona da izraGunamo efektivni y
koeficijent, odnosno vrednost konstantnog y koeficijenta
koji bi u toku vremena dao isti broj sekundarnih jona
kao i sekundarna emisija zavisna od energije.
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Slika 10. Broj sekudarnih elektrona emitovanih sa nekoj od
elektroda u toku vremena.

Figure 10. Number of secondary electrons that have been
emitted from the electrodes.

Na osnovu koeficijenata pravih, odnosno flukseva
jona i sekundarnih elektrona (slike 9 i 10), mozemo na-
pisati izraz iz kojeg se moze naéi efektivna vrednost
sekundarne emisije:
&

(6)

Vett

IS

1

gde su ag fluks sekundarnih elektrona sa povrSine, o;
fluks jona na povrsini i ys efektivni koeficijent sekun-
darne emisije. Za razlicite slu¢ajeve imamo:

. 1,111x10°
- spoljasnja 0,2: y 4 =————=0,2
poYashy e S 556100
C . 3,310x10°
- spoljadnja neoéis¢ena: y,; = ——— = 0,0678
pOUEH e =4 882105
5
- unutrasnja neociséena: y; = M =0,1066
5,700 10
C e 3,692x10°
- spoljasnja Gista: y4 = ———=0,1136
POJasH T 3 250%100
S
- unutrasnja ¢ista: y.; = BIXI0 =0,0703
5,306x10°¢

Iz dobijenih rezultata mozemo izvesti zaklju¢ak
koja je povrSina elektroda najefikasnija u proizvodnji
sekundanih elektrona, pored konstantne 0,2 povrSine,
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koju smo uzeli kao primer. Najveci koeficijent sekun-
darne emisije imaju unutra$nja neoci$éena i spoljasnja
Cista elektroda, §to znaci da ¢e ova konstrukcija reaktora
biti najefikasnija u proizvodnju sekundarnih elektrona,
kao §to smo ve¢ i utvrdili (slika 5).

Vazno je napomenuti da date efektivne sekundarne
emisije vaze samo za dati reaktor, sa parametrima koje
smo naveli na pocetku. Za svaku drugu simulacionu po-
stavku, menjace se i efektivne sekundarne emisije. Odav-
de se moze videti znacaj ove simulacije, kao i raunar-
skih simulacija uopste, s obzirom da smo uspeli da do-
bijemo vrednosti efektivne sekundarne emisije na osno-
vu preciznih fizickih modela koji se mogu koristiti u
praksi.

ZAKLJUCAK

Istrazivali smo uticaj sekundarne emisije elektrona
razli¢ito tretiranih povrSina na karakteristike dvo-frek-
ventnih kapacitivno spregnutih praznjenja. Osnovni mo-
tiv ovog istrazivanja je velika prakti¢na primena dvo-
frekventnih plazmi u industriji, kao i potreba preciznog
opisivanja sekundarne emisije sa povrSina, uzimajuéi u
obzir da se upravo u praksi ovaj tip plazmi najéesce ko-
risti za plazma-nagrizanje dielektrika.

Rezultate do kojih smo dosli govore nam da za pre-
cizan opis plazme moramo da uzmemo u obzir sekun-
darnu emisiju elektrona koja zavisi od energije jona koji
vrse jonizaciju. Precizan model sekundarne emisije su
dali Phelps i Petrovi¢, na osnovu kojeg smo u ovom ra-
du modelovali interakciju jona sa povrSinama elektroda
na kojima dolazi do sekundarne emisije. Pokazali smo
na osnovu rezultata simulacije da gustina plazme zavisi
od sekundarne emisije i to tako $to se njena vrednost u
centru praznjenja drasti¢no povecava sa porastom y koe-
ficijenata. Raspodela energija jona na unutras$njoj elek-
trodi je, takode, pokazala zavisnost od koeficijenta se-
kundarne emisije, dok smo sa druge strane pokazali da
to ne vazi za raspodelu energije jona na spoljasnjoj ele-
ktrodi. Zakjucili smo da potencijal plazme zavisi od se-
kundarne emisije sa obe elektrode, tako Sto je za realne
povrsine pokazivao male razlike ukazujuci na to da pos-
toje procesi koji dovode do kompenzacije efekata se-
kundarne emisije za razli¢ite konfiguracije reaktora.

Svakako, najvaznije je to $to smo uspeli da pomoc¢u
simulacije dobijemo efektivne koeficijente sekundarne

emisije, koji se mogu koristiti u praksi za jednostavnije
opisivanje simuliranih plazma-reaktora, pri tom zadrza-
vajuéi precizni model sekundarne emisije. Znacaj dobi-
jenih rezultata opravdava koris¢enje simulacionih mo-
dela za dobijanje podataka, koji su korisni u praksi i koji
smanjuju vremenske i materijalne troskove eksperimen-
talnih postupaka.
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SUMMARY

INFLUENCE OF THE SECONDARY ELECTRON EMISSION ON THE CHARACTERISTICS OF RADIO

FREQUENCY PLASMAS
Aleksandar Bojarov, Marija Radmilovi¢-Radjenovi¢, Marija Savi¢

Institute of Physics, Belgrade, Serbia
(Scientific paper)

In this paper the influence of secondary emission on the characte-
ristics of rf plasmas has been studied. An asymmetrical dual-frequency
capacitively coupled plasma reactor has been modeled with one dimen-
sional PIC/MCC (Particle in Cell with Implemented Monte Carlo Col-
lisions) code. The main feature of the modeling code represents the rea-
listic model of the ion-induced secondary electron emission. Secondary
emission of electrons is one of the important processes that effects the
characteristics of rf plasmas. For modeling the secondary yield per ion, we
have used equations proposed by Phelps and Petrovi¢ (Plasma Sources Sci.
Technol. 8 (1999) R21-R44) for differently treated metal surfaces. In the
model, the energy dependence of the yields per ion for differently treated
metal surfaces has been implemented. Results are compared for yields for
the so called “dirty” and “clean” surfaces, and the spatial profiles of char-
ged particles and ion energy distributions were observed. The simulation
results indicate that the plasma characteristics are greatly affected by the
ion-induced secondary emission, changing the overall parameters of dual-
frequency capacitively coupled plasma reactors especially in applications
as etching devices. Conclusion is that an exact model of the secondary
electron emission should be included, as to ensure better agreement be-
tween simulation and experiment.

Kljuéne reci: Radio-frekventna praz-
njenja e Racunarske simulacije praz-
njenja u gasovima e Sekundarna emi-
sija

Key words: Radio frequency dischar-
ges o Computer simulations of gas
discharges e Secondary emission of
electrons
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Pod terminom gasno praZznjenje podrazumevamo
proticanje struje kroz gas. Gas, sam po sebi, predstavlja
neprovodnu sredinu. Medutim, ukoliko u gasu postoje
naelektrisane Cestice, pod uticajem dovoljno jakog elek-
tricnog polja, moze do¢i do slabe provodnosti, ili ¢ak do
proboja u gasu. Gas se tada ponasa kao provodnik, koji
omogucava proticanje elektriéne struje uz malu otpor-
nost.

Uticaj lavina sekundarnih elektrona u procesima
elektrinog proboja u gasovima, kod niskostrujnih sta-
cionarnih praznjenja, dobro je izucen u velikom broju
radova i udzbenika [1-3]. Uslov za sam ¢in proboja
podrazumeva da sekundarna lavina elektrona postane je-
dnaka primarnoj. Preciznije reCeno, proboj nastaje kada
se ukupna proizvodnja elektrona u kruznom toku pri-
marne lavine, povratne sprege i sekundarne lavine izjed-
naci sa gubicima elektrona na anodi. Mi ¢emo pod poj-
mom sekundarne lavine podrazumevati sve elektrone
koji nastaju nakon primarne. Elektronska emisija sa po-
vrsine katode indukovana pozitivnim jonima, brzim ato-
mima, fotonima i metastabilnim atomima, sudarna joni-
zacija brzim jonima i atomima proizvedenim u ranijim
lavinama, sudarna jonizacija elektronima koji su reflek-
tovani sa anode i fotojonizacija gasa fotonima nastalim
u ranijim lavinama predstavljaju osnovne procese nasta-
janja sekundarnih elektrona [4].

Osnovu modela koji su razvili Phelps i Petrovi¢ [4]
¢ini uklju¢ivanje dodatnih mogucih izvora sekundarne
emisije elektrona, kao i emisije nastale usled dejstva fo-
tona, metastabila na katodu. Sekundarna emisija elektro-
na moze nastati i usled jonizacije izazvane dejstvom
neutrala u gasnoj fazi i dejstvom elektrona reflektovanih
sa anode. Pored toga, razmatran je i efekat povratne di-
fuzije elektrona na katodu. Samim tim, ovaj jedinstveni
model, osim $to predstavlja reviziju Townsend-ove teo-
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Osnovna pretpostavka Townsend-ove teorije da joni prouzrokuju emisiju sekundarnih
elektrona sa katode vazi u veoma uskom opsegu vrednosti redukovanog elektricnog
polja E/N. U skladu sa revidiranom Townsend-ovom teorijom koju su koncipirali Phelps
i Petrovi¢, sekundarni elektroni nastaju usled udara jona, brzih neutrala, metastabila i
fotona o katodu, ili jonizacijom atoma gasa brzim neutralima. U ovom radu smo poku-
Sali da izgradimo model koji ¢e omoguciti odredivanje vrednosti za prinos sekundar-
nih elektrona za razlicite tipove Cestica, koris¢enjem Monte Karlo tehnike. Dobijeni
rezultati su u saglasnosti sa analitickim rezultatima Phelpsa i Petrovi¢a (Plasma
Sources Sci. Technol. 8 (1999) R1).

rije, pruza detaljan opis procesa koji dovode do sekun-
darne emisije elektrona.

Jedna od egzaktnih tehnika koja se moze koristiti
za proucavanje sekundarne emisije elektrona sa elek-
troda je, svakako, Monte Karlo tehnika [5]. Za dobijanje
rezultata, predstavljenih u ovom radu, korisc¢en je kom-
pjuterski kod baziran na Monte Karlo metodu, razvijen
u Institutu za fiziku [6]. Simulacije su izvrSene, najpre
za praznjenje u argonu, koriste¢i dobro definisan set
efektivnih preseka detaljnije opisanih u radu [5].

MODEL PHELPS-PETROVIC

Predstavljeni model je analiticki aproksimativni
model pomoc¢u koga se mogu izvrsiti proracuni stacio-
narnih flukseva razli¢itih vrsta Gestica: elektrona, Ar",
brzih Ar atoma, metastabila i rezonantnih fotona u pros-
torno uniformnom elektricnom polju.

Analizom do sada objavljenih rezultata, Phelps i
Petrovi¢ su pokazali da prinos sekundarnih elektrona
znacajno zavisi od stanja povrsine katode. U tom smi-
slu, razlikujemo povrsine koje su na neki nacin tretirane
(recimo za materijale sa visokom tackom kljucanja za-
grejane na 2000 K u vakuumu, dok se eksperimenti vrse
na sobnoj temperaturi) i njih nazivamo cistim povrsi-
nama. Osim njih, postoje i netretirane ili neocis¢ene po-
vrsine, kod kojih je izvrSen neki postupak CisS¢enja, ali
ne zagrevanjem do visokih temperatura kao kod d¢istih
povrsina.

Ovaj model nam omogu¢ava da odredimo vred-
nosti prinosa sekundarnih elektrona sa katode induko-
vane jonima, brzim atomima, metastabilima ili fotoni-
ma, u zavisnosti od uslova na metalnoj povrsini, kao i
od vrednosti redukovanog elektricnog polja. Parcijalni
doprinos pojedinih Cestica (fotona, jona, metastabila i
atoma) sekundranoj emisiji elektrona [4], prikazan je na
slikama 11 2.

U ovom radu smo koristili izraze koje su predlozili
Phelps i Petrovi¢ [4], za koeficijente sekundarne emisije
elektrona sa katode pri udaru atoma, jona i fotona o po-
vrsinu katode za Ciste (eng. clean), odnosno neocis¢ene
(eng. dirty) povrsine, jednacine (1)—(6):
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Slika 1. Parcijalni prinos razlicitih procesa produkciji sekun-
darnih elektrona na katodi za praznjenje u Ar za cCiste povr-
Sine, prema modelu Phelps—Petrovic [4].

Figure 1. Fractional contributions of various processes to
electron production at the cathode for Ar at breakdown for
clean surfaces, Phelps—Petrovi¢ model [4].

Monte Karlo tehnika

Nase proracune smo izvrsili koriste¢i Monte Karlo
kod [6], sa presecima za sudare elektrona [5], atoma [7],
jona [8] i metastabilnih atoma [9] sa pozadinskim ga-
som. Na slici 3 prikazani su preseci za sudare elektrona
i pozadinskog gasa.

DISKUSIJA REZULTATA

Prvi model prati jone u Monte Karlo kodu, iz koga
se izracunava njihov prinos sekundarnih elektrona. Fo-
toni su, kao §to je ranije pomenuto, praceni u posebnom
kodu. Sto se ti¢e metastabila, u ovom modelu je uzet
najjednostavniji slucaj. Ukupan broj nastalih metastabi-
la, ukljucujuci i deeksitaciju sa visih stanja na metasta-
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bilno, podeljen je tako da je verovatnoca da dodu na
katodu 50%, kao u sluc¢aju dve beskonac¢ne planpara-
lelne elektrode gde polovina Cestica dospe na jednu, a
polovina na drugu elektrodu. Grafici koji ovo ilustruju
dati su na slikama 4 i 5 za oci$¢ene i neociSc¢ene povr-
$ine, redom.
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Slika 2. Parcijalni prinos razlicitih procesa produkciji sekun-
darnih elektrona na katodi kod proboja u Ar za neociscene
povrsine, prema modelu Phelps—Petrovié [4].

Figure 2. Fractional contributions of various processes to
electron production at the cathode for Ar at breakdown for
dirty surfaces, Phelps—Petrovi¢ model [4].
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Slika 3. Graficki prikaz preseka za sudare elektrona i Cestica
pozadinskog gasa [5].
Figure 3. Cross sections for electron-atom collision [5].

Drugi model prati jone i neutrale u Monte Karlo
kodu i direktno izracunava njihov prinos sekundarnih
elektrona. Fotoni su odradeni na isti nacin kao i u pret-
hodnom slu¢aju. Metastabili su ovog puta takode uklju-
¢eni u Monte Karlo kod koji ih prati kao i druge Cestice.
Produkcija metastabila je jedino iz direktnog pobudi-
vanja na jedno od dva metastabilna stanja.
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Slika 4. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za Ciste povrSine.

Figure 4. Secondary electron yield as a function of E/N for
different types of particles, clean surfaces.
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Slika 5. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za neocis¢ene povrsine.

Figure 5. Secondary electron yield as a function of E/N for
different types of particles, dirty surfaces.

Nestajanje metastabila je usled ,kaljenja“ (quen-
ching-a) 1 pri prenosu koliine kretanja (momentum
transfer-a). 1z koda belezimo broj metastabila koji su
udarili u katodu. Konacan prinos sekundarnih elektrona
od metastabila dobijamo mnoZenjem broja metastabila
koji su dosli do katode sa koeficijentom y = 0,02. Gra-
fici su dati na slikama 6 i 7 za ociS¢ene i neociscene
povrsine, redom.

U narednom koraku ukljucili smo i refleksiju jona
od katode i anode. Koeficijent refleksije iznosi R = 0,5.
Rezultati dobijeni na ovaj nacin prikazani su na slikama
8 1 9 za Ciste i neoCiS¢ene povrsine, redom. Ukljuci-
vanjem refleksije jona od katode i anode ocekivano je
da se poveca uticaj jona na produkciju sekundarnih
elektrona. Uporedivanjem slika 6 i 8 mozemo zakljuciti
da na ve¢im E/N, tj. manjim pritiscima, postoji blagi po-
rast prinosa sekundarnih elektrona od strane jona. Slicno
razmatranje vazi i u slucaju neocis¢enih povrsina, $to se
ponovo zakljuGuje posmatranjem slika 7 i 9. Sto se tice
metastabila, mozemo primetiti da je prinos sekundarnih

elektrona od ovog tipa Cestica neSto manji nego u slu-
¢aju kada nema refleksije. Ovo mozemo objasniti na
sledeci nacin: refleksija dovodi do povecanja broja su-
dara i samim tim povecanja broja jona. Samim tim ima-
mo vise elektron—jon sudara, tj. joni ,.trose” elektrone.
Kako znamo da metastabili nastaju direktnim pobudiva-
njem elektrona na metastabilno stanje u sudarima elek-
tron—atom pozadinskog gasa, to i prethodno razmatranje
povlaci manji broj metastabila.
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Slika 6. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za Ciste povrSine.

Figure 6. Secondary electron yield as a function of E/N for
different types of particles, clean surfaces.
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Slika 7. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za neocis¢ene povrsine.

Figure 7. Secondary electron yield as a function of E/N for
different types of particles, dirty surfaces.

Ukoliko uporedimo prikazane rezultate sa grafici-
ma koje su dali Phelps i Petrovi¢ [4] mozemo do¢i do
odredenih zakljucaka. Prvi model je (gde je preraspo-
dela metastabila na katodama 50%), kao Sto se oceki-
valo, dao rezultate koji dosta odstupaju od analiticki
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predvidenog resenja u pomenutom radu. Medutim, moze
se ipak uociti ocekivani oblik krivih prinosa sekundar-
nih elektrona.
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Slika 8. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za Ciste povrsine.

Figure 8. Secondary electron yield as a function of E/N for
different types of particles, clean surfaces.
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Slika 9. Prinos sekundarnih elektrona u funkciji E/N za razli-
Cite tipove Cestica, za neocis¢ene povrsine.
Figure 9. Secondary electron yield as a function of E/N for
different types of particles, dirty surfaces.

Drugi model (metastabili su uklju¢eni u Monte Kar-
lo kod) znacajno je bolji. Samim uklju¢ivanjem metasta-
bila u Monte Karlo kod ocekivali smo bolje slaganje, $to
se 1 pokazalo opravdanim. Konkretno, kriva koja pred-
stavlja prinos sekundarnih elektrona od metastabila po-
kazuje dobro poklapanje u regionu srednjih £/N. Na ma-
njim E/N, tj. veéim pritiscima, model jo§ uvek nije do-
bar, mada za ociS¢ene povrSine postoji odredeni pad
koji se i ocekuje.

Kao dodatak, prikazan je i slu¢aj kada je ukljucena
refleksija jona od elektroda. Dobijeni su rezultati koji su
i ocekivani u slu¢aju povecanja broja jona u praznjenju.

Na osnovu prikazanih rezultata mozemo uoditi, u
skladu sa ocekivanjima, da na malim vrednostima E/N
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fotoni dominiraju u proizvodnji sekundarnih elektrona,
dok je, na visokim vrednostima E/N, najveci doprinos
neutrala. Za srednje vrednosti redukovanog elektricnog
polja, ne sme se zanemariti doprinos jona i metastabila u
generisanju sekundarnih elektrona.

Uspeli smo da dobijemo zadovoljavajuce slaganje
sa analitickim rezultatima iz rada Phelps i Petrovi¢ [4].
Bez obzira na prikazane rezultate, postoji jo§ dosta pros-
tora za usavrSavanje modela. Ono na ¢emu treba raditi
je pre svega model metastabila. U sadasnji model uklju-
Cena je samo produkcija metastabila direktnim pobudi-
vanjem na metastabilno stanje i u sudarima brzi neutral-
-pozadinski gas. Neophodno je ukljuciti u Monte Karlo
kod jo$ i kaskade, tj. relaksiranje pobudenih stanja argo-
na na metastabilna stanja kao jo§ jedan proces produk-
cije metastabila.

Na ¢emu jo§ treba raditi jeste i model fotona. Ideja
je da se i fotoni ukljuc¢e u Monte Karlo kod kao zaseban
tip Cestica i da se kao takvi prate tokom praznjenja.

ZAKLJUCAK

U ovom radu ucinjeni su pocetni koraci ka dobi-
janju modela koji ¢e omoguciti izraCunavanje parcijal-
nih prinosa sekundarnih elektrona za pojedinacne tipove
Cestica, koris¢enjem Monte Karlo koda, koji je razvijen
u Laboratoriji za gasnu elektroniku Instituta za fiziku u
Zemunu. Ovaj model je dovoljan za vise vrednosti E/N
dok se za nize vrednosti mora jo§ razviti model trans-
porta fotona i formiranja molekularne emisije, a gene-
ralno se model tretiranja metastabila mora donekle po-
boljsati.
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SUMMARY

GAS DISCHARGES MODELING BY MONTE CARLO TECHNIQUE
Marija Savi¢, Marija Radmilovi¢-Radenovié

Institute of Physics Belgrade, Pregrevica 118, 11080 Belgrade, Serbia
(Scientific paper)

The basic assumption of the Townsend theory — that ions produce secon-
dary electrons — is valid only in a very narrow range of the reduced electric
field E/N. In accordance with the revised Townsend theory that was sug-
gested by Phelps and Petrovié¢, secondary electrons are produced in colli-
sions of ions, fast neutrals, metastable atoms or photons with the cathode,
or in gas phase ionizations by fast neutrals. In this paper we tried to build
up a Monte Carlo code that can be used to calculate secondary electron
yields for different types of particles. The obtained results are in good ag-
reement with the analytical results of Phelps and. Petrovi¢ (Plasma Sour-
ces Sci. Technol. 8 (1999) R1).

Kljucne reci: Sekundarna emisija ele-
ktrona e Model Phelps—Petrovi¢ e

Monte Karlo kod

Key words: Secondary electron emis-
sion e Phelps—Petrovi¢ model ¢ Mon-

te Carlo code
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Breakdown Phenomena in Water Vapor Microdischarges

M. RADMILOVIC-RADJENOVIC, B. RADJENOVIC* AND M. SAVIC
Institute of Physics, Pregrevica 118, 11080 Belgrade, Serbia

The gas breakdown at the large gap sizes is reasonably well understood. However, the breakdown phenomenon
in microgaps is still not sufficiently explored. The high electric fields realized in small gaps combined with the
lowering of the potential barrier, seen by the electrons in the cathode as ion approaches lead to ion-enhanced field
emission leading to deviations from the standard Paschen law. In this paper, semi-empirical expressions for the
breakdown voltage based on the fitting of numerical solutions of the DC breakdown criteria in microdsicharges
have been derived. In the standard breakdown criteria the secondary emission coefficient that incorporates the
enhancement of the secondary electron emission has been included. The obtained expressions can be used for
determination the pressure and the gap dependence of the breakdown field strength in the water vapor, separately.

PACS numbers: 52.50.Qt, 52.65.Rr, 52.80.Pi

1. Introduction

In the past few decades the field of microdischarges
have become more common in everyday life. Microplas-
mas ecompase the adventages of low-pressure plasmas
with the advenatges of being micro [1-4]. Due to their
portability and the non-equilibrium character of the dis-
charges, microplasmas are finding application in many
research disciplines, from the optimizing the plasma
screens [5], localized silicon etching [6], tunable UV
source [7], gas spectroscopy [8, 9], spectroscopy of wa-
ter impurities [10], up to localized treatment of materi-
als and assembly of nanostructures [11]. On the other
hand, plasma-based microsystems can find application
in bio microelectromechanical system (bio-MEMS) steril-
ization, small-scale materials processing and microchem-
ical analysis systems [12]. However, integrability requires
not only a reduction in size, but also an understanding
of the physics governing the new small-scale discharges.

Making the gap small is the easiest way to obtain a big
force, which is restricted by the electric field of break-
down [13, 14]. Tt is necessary to be aware of the break-
down voltage in microgaps. When changing the size of
plasmas, there are scaling laws that are helpful in deter-
mining the operating parameters of various sizes of plas-
mas. The fact that microdischarges operate under con-
ditions, where boundary effects dominate, indicates the
importance of establishing scaling laws in a such small
gaps. The best way is perhaps to start from the low
pressure discharges and to employ the standard scaling
laws [15]. The motivation for our studies, resulting from
the fact that the electrical breakdown in microgaps oc-
curs at voltages far below the pure Paschen curve mini-

* corresponding author; e-mail: bradjeno@ipb.ac.rs

mum and that the modified Paschen curve should be used
instead for micron and sub-micron gaps [16]. Electrons
from the field emission are one of the possible reasons why
the breakdown and sparks occur in a vacuum, which of
course is not possible if one only considers the Townsend
avalanche mechanisms for the gas phase and the surface
ionization that are normally used to generate the Paschen
curve [17].

Microplasma can be generated in a wide range of the
pressure. In the large scale systems, the experimentally
observed Paschen law has been successfully explained by
the Townsend theory [18]. The Paschen’s law is based
on the observation that, over a large range of the pres-
sures and electrode separations, the probability of the
ionization per collision in the gas and the probability of
the production of electrons by ions by a secondary pro-
cess are both dependent on the average kinetic energy of
the electrons and ions and therefore on the reduced elec-
tric field E/N (the electric field E to the gas number ra-
tio N) [19]. The Townsend mechanism by which succes-
sive ionizations of the gas molecules induce the gas break-
down describes the process satisfactorily at large separa-
tions [20]. The significant parameter is pd (the product
of the gap distanced and the pressure P). Typically, the
Townsend’s mechanism (and by extension Paschen’s law)
applies at pd products less than 1000 Torr cm, or gaps
around a 1 cm at 1 atm [21].

The mechanism of the electrical breakdown is, how-
ever, completely different in microgaps [2, 3, 4, 14, 15].
A rapid fall of the breakdown voltage with decreasing
the gap size may be attributed to the onset of the ion-
-enhanced field emission in microgaps. Violations of the
similarity law take place for the left hand branch of the
curve, for such pd values where the electron mean free
path is comparable with the gap. When the electron
mean free path is comparable with the electrode sepa-

(752)
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ration the electrical breakdown is based on the cathode-
-induced breakdown model.

Water vapour in the atmosphere is the key trace gas
controlling weather and climate. It also plays a cen-
tral role in atmospheric chemistry, influencing the het-
erogeneous chemical reactions that destroy stratospheric
ozone. The effects of water vapour are large in the up-
per troposphere and lower stratosphere, but there are
few measurements of water vapour concentrations and
its long—term variation in this altitude only region. The
influence of water vapour on the breakdown voltage of
uniform field gaps has been investigated by Ritzl [22],
who was found that the breakdown voltage in air in-
creases by 2% for a change in the partial pressure of wa-
ter vapour. Letter on, some results indicated that the
presence of water vapour raised the breakdown voltage
by 2.7% above that of dry air [23]. Allen and Phillips [24]
investigated the effect of humidity on the spark break-
down voltage. Recently, measurements have been per-
formed for low-pressure breakdown in water vapor [25].

In this paper, high-pressure breakdown field strength
in water vapor has been theoretically studied [26]. The
expressions for the DC breakdown criteria including the
ion—enhanced secondary emission coefficient has been nu-
merically solved for water vapor in order to determine
the breakdown voltage versus the gap spacing and the
pressure, respectively. The results of this research can
be applied in the construction of compact pulse power
generators for bioelectric applications.

2. Semi—empirical expressions

Combining the expressions for the electron yield [13]:

y=Ke P (1)
and for the ionization coefficient [27]:

ofp=AeBP/E, (2)
with the expression for the DC breakdown criteria:

(e =1) =1, (3)
we obtain the transcendental equation [28]:

Ke-D/E (eApde’Bp/E _ 1) -1, (4)

where the material dependent constant D can be calcu-
lated using the expression:

D =6.85x107¢%2/8, (5)
knowing a field enhancement factor § and the work func-
tion of the metal ¢ expressed in eV. On the other hand,
from the experimental values of the slope of the log~y
versus 1/E, the values of D were also determined for
some materials, for example, aluminum, stainless steel
and conventional steel (as can be seen, from Table I
in Ref. [13]). In this paper we have used the value of
9.3 x 10® V/m that corresponds to the aluminum. Con-
trary, determination of the constant K that appears in
Egs. (1) and (4) may be quite difficult, especially if there
are additional complications due to electron attachment,
ionization by metastables, ect. [14]. In practice, the con-
stant K can be found from the ratio of the field emis-

sion current density to the positive ion current density
onto the cathode. A and B are gas dependent constants
that can be found elsewhere [27]. The expressions for the
breakdown field strength will be determined by solving
transcendental Eq. (4) numerically by using the package
Mathematica and then by fitting these solutions.

3. Results and discussion

For a fixed pressure, the transcendental Eq. (4) has
been numerically solved by varying the interelectrode dis-
tance d. The obtained numerical solutions for the break-
down field strength E against the gap size d are shown
in Fig. 1. These values can be fitted by a simple formula:

E=ad ' +bxd, (6)
where the fitting coefficients a, b and ¢, for the a few
pressures are listed in Table 1.
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Fig. 1. The breakdown field strength versus the gap
spacing for pressure in the range from 1 atm up to 4 atm.
The gap was varied between 0.5 ym up to 15 um.

TABLE I

Fitting coefficients for the Eq. (6) for various values
of the pressure.

Pressure [atm] a b c
1 —26.122 90.012 —0.281
2 —20.662 82.597 —0.267
3 —14.906 76.304 —0.228
4 —11.456 73.16 —0.196

As can be seen from Fig. 1, the breakdown field
strength defined as the ration of the breakdown voltage
and the gap size strongly depends on the interelectrode
separation. For gaps less than 5 pum, the breakdown phe-
nomena are attributed to the ion-enhanced field emis-
sion [14]. At large separations, however, processes in
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TABLE II

The Values of the fitting coefficients m
and n, for a few gap sizes, in Eq. (7).

Gap [pm] ‘ m ‘ n
0.5 90.188 —0.0442
85.898 —0.0456
83.266 —0.052
82.527 0.0574

the gas cause breakdown rather then secondary electron
emission.

In a similar way, for a fixed gap sizes, the transcen-
dental Eq. (4) has also been solved by varying the gas
pressure, in order to obtain the pressure dependence of
the electric field strength. Numerical solutions are pre-
sented in Fig. 2 and fitted by using expression:

E=m-p", (7)
with fitting coefficient m and n given in Table II.

Figure 2 clearly illustrates the weak dependence of the
breakdown field strength on the pressure, even for the
gaps of the order of a few micrometers. Such trend in
the curves presented in Fig. 2 can be explained by the
exponential dependence of the ion-enhanced field emis-
sion on the electric field and not on the pressure.
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[}
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Fig. 2. The breakdown field strength as a function of
the gas pressure for the gaps from 0.5 to 3 pm.

4. Conclusion

This paper contains theoretical studies of the break-
down field strength in the microgaps. Departures from
the large scale similarity laws are expected with the on-
set of field emission on such small gaps indicating that
Townsend mechanism is not sufficient to explain the
breakdown mechanism. The semi-empirical expressions

for the breakdown filed strength suggested here are based
on the fit of the numerical solutions of the breakdown cri-
teria including field emission effects in microgaps. The
new breakdown field curve obtained, when the field emis-
sions are accounted for, retains the right branch of the
conventional Paschen curve, i.e. field emissions can be
neglected in large gaps. The left branch, however, is sub-
stituted by a rapid decrease of the breakdown voltage
and increases in the breakdown field strength below the
minimum of the conventional Paschen curve. This reduc-
tion in the breakdown voltage is observed for gap sizes
smaller than 5 pum and is a direct consequence of the
onset of field emissions.

The results of our studies should be useful for de-
termining minimum ignition voltages in microplasma
sources as well as the maximum safe operating voltage
and critical dimensions in other microdevices.

Acknowledgments

The authors acknowledge financial support of the Min-
istry of Science of the Republic of Serbia 141025.

References

[1] J.M. Thores, R.S. Dhariwal, Nanotechnology 10, 102
(1999).

[2] M. Radmilovié-Radjenovi¢, J.K. Lee, F. Iza,
G.Y. Park, J. Phys. D, Appl. Phys. 38, 950 (2005).

[3] M. Radmilovié-Radjenovié, B. Radjenovié, Contrib.
Plasma Phys. 47, 165 (2007).

[4] M. Radmilovié-Radjenovié, B. Radjenovi¢, Plasma
Sources Sci. Technol. 16, 337 (2007).

[5] S.S. Yang, J.K. Lee, SSW. Ko, H.C. Kim, J.W. Shon,
Contrib. Plasma Phys. 44, 536 (2004).

[6] H. Wang, G. Li, L. Jia, L. Li, G. Wang, Chem. Com-
mun. (Camb) 7, 3786 (2009).

[7] P. Kurunczi, J. Lopez, H. Shah, K. Becker, Interna-
tional Journal of Mass Spectroscopy 205, 277 (2001).

[8] T. Svensson, M. Andersson, L. Rippe, J. Johansson,
S. Folestad, S. Andersson-Engels, Opt. Lett. 33, 80
(2008).

[9] M. Saito, T. Hiraga, M. Hattori, S. Murakami,
T. Nakai, Magn. Reson. Imaging 23, 607 (2005).

[10] L. Que, C.G. Wilson, Y.B. Gianchandani, J. Micro-
electromech. Syst. 14, 185 (2005).

[11] A.K. Chakraborty, A.J. Golumbfskie, Annual Review
of Physical Chemistry 52, 537 (2001).

[12] W.K.T. Coltro, Quimica Nova 30, 1986 (2007).
[13] W.S. Boyle, P. Kisliuk, Phys. Rev. 97, 255 (1955).

[14] M. Radmilovié-Radjenovié, B. Radjenovi¢, Plasma
Sources Sci. Technol. 17, 024005 (2008).

[15] Z.Lj. Petrovié¢, N. Skoro, D. Mari¢, C.M.O. Mahony,
P.D. Maguire, M. Radmilovi¢-Radenovié¢, G. Malovié,
J. Phys. D, Appl. Phys. 41, 194002 (2008).

[16] L.H. Germer, J. Appl. Phys. 30, 46 (1959).
[17] P. Kisliuk, J. Appl. Phys. 30, 51 (1959).
[18] F. Paschen, Wied. Ann. 37, 69 (1889).



[19]

[20]
[21]
22]

(23]
24]

Breakdown Phenomena in Water Vapor Microdischarges 755

L.B. Loeb, Fundamental Processes of Electrical Dish-
carges in Gases, J. Wiley and Sons, Inc., New York
(1939).

J.M. Meek, J.D. Craggs, Electrical breakdown of
gases, Oxford Unversity Press, (1953).

M.A. Lieberman, A.J. Lichtenberg, Principles of
Plasma Discharges and Materials Processing 2nd ed.
Wiley Interscience, Hoboken, NJ: Wiley, (2005).

H. Ritz, Archiv fur Elektrotechnik 26, 219 (1932).
W. Kohrmann, Ann. d. Phys. 18, 379 (1956).
K.R. Allen, K. Phillips, Nature 183, 174 (1959).

[25]

[26]

[27]

(28]

D. Mari¢, N. Skoro, G. Malovi¢, Z.Lj. Petrovi¢, Pro-
ceedings of the 29th ICPIG, Cancun Mexico, (12-17
July 2009), PA8-5 (2009).

M. Radmilovié-Radjenovié, B. Radjenovié, Con-
tributed papers of 24th Summer School and Inter-
national Symposium on the Physics of Ionized Gases,
Novi Sad, Serbia (25-29 August 2008) 379 (2008).

D. Mari¢, M. Radmilovié-Radjenovié¢, Z.Lj. Petrovié,
EPJ D 35, 313 (2005).

M. Radmilovié-Radjenovié, B. Radjenovi¢, Furophys.
Lett. 83, 25001 (2008).





