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YU CJIEHHBIIA AHAJIN3 KHHETUKU XUMHUYECKHUX PEAKITAIA
B APTOH-CUJIAHOBOM IJIABME TJEIOIIETO PA3PSIIA'

ITyTem 4HCIICHHOTO pelieHus] ypaBHeHuH MudGy3uu s HEATPAIBHBIX KOMIIO-
HEHTOB C YY€TOM IPOTEeKaHHs XMMHUYECKUX PEaKIfii B ra3oBoil (ase MpoBeIcHO
MOJICTUPOBAHUE COCTaBa aproH-CHIIAHOBOW TUIA3MBI TIICIOIIETO pa3psaa. AHad-
3UpyeTCs BKJIAJ HanOosee 3HAYMMBIX XUMHUYCCKUX PEaKIUil B KHHETUKY 00pa3o-
BaHUs ¥ THOCTH Pa3IMYHBIX KOMIIOHCHTOB TUTa3Mbl. VccnenyeTcs KHHETHKa pea-
IeHTOB B 3aBHCHMOCTH OT BpeMEHHM MpeObIBaHUs paboyero ra3a B pa3psaHOM 30-
He. OOCYKAaeTCsi BOMPOC O KOJUYECTBE KOMIIOHEHTOB, BKIIOYAEMbBIX B MOJIEIb.
[lokazaHo, 4TO I MHTEPBAJIOB BPEMEHH < 1072 ¢ kommouenTs! Si,H, (n=3) e
CYIIECTBEHHBI [UIsSi MOJEIHPOBAHUS XMMHUYECKOW KHHETHKH IIEHKOOOPa3yrOLIHX
paIrKaioB.

KiioueBble ci10Ba: cuianosas niasma, npoyeccol NepeHoca 8 XUMUUecky aKmue-
HOU naazme, amopghHuill KpeMHuUil.

B coBpemMeHHOI TEXHOJIOTMH TNPOM3BOACTBA AJIEKTPOHHBIX KOMIIOHEHT OOJIBIIYIO
pOJIb WIpaloT IUICHOYHBIE MaTepuaibl HA OCHOBE KPEMHHS — aMOP(HBIA M IOIUKpPHU-
cTauImdeckuid KpeMHu#, amanekTpuku SiO,, SiN, u ap. Cpean pa3sTUYHBIX METOJOB
MOTy9eHHsI KDEMHHUEBBIX IJICHOK IIa3MOXHMMUYECKHE CIIOCOOBI 001a1al0T HEKOTOPBIMHA
npeuMyniecTBaMu. B HepaBHOBECHOH IJ1a3Me MPOTEKaHUE SHAOTEPMUUYECKUX peakiuit
JHCCOLMALMH OCYIIECTBISIETCST 3a CUET IIPOLECCOB 3JIEKTPOHHOTO yaapa, Oiaromaps
yeMy 00ECIICUMBACTCS CUHTE3 HY)KHBIX MaTepPHaJIOB IPU HU3KOH Temieparype padoue-
ro raza. MHOTOKOMIIOHEHTHBIH COCTaB, OOJIBIIOE KOJMYECTBO ra30(ha3HbIX peakuud u
BBICOKAsA XUMHUYCCKass aKTUBHOCTb PCAr€HTOB B IJIa3MOXUMHNUYCCKUX CUCTEMAX OCAXKIC-
HUSI OCJIOXKHSIIOT SKCHEpHMEHTAIbHOE M3y4YeHUe Takux cpen. IloaTomy mpu mx paspa-
00TKE MIMPOKO NPUMEHSIOT METOAbl MaTeMaTHYeCKOro MOJICIUPOBAHMS, C MOMOIIBIO
KOTOPBIX BBIMOJHSAIOT PAacueThl MHOTHX IapaMeTPOB ra30pa3psiiHON IJIa3Mbl, BXKHBIX C
TOYKH 3PCHUS pa3pabOTKH U ONTHMHU3ALNHN TeXHOIOTHi [1].

K Hactosmemy BpeMeHH MOJEIMPOBaHME Ta30BBIX Pa3psiioB JOCTUITIO BBICOKOTO
YPOBHS COBEPIIEHCTBA — Pa3pabOTaHbl KOMIIJIEKCHBIE MOJAENH, COAEPKAIINE COBMECT-
HOE ONHCAHUE IEKTPOMArHUTHBIX IPOLECCOB, KHHETUKH 3JIEKTPOHHOTO Ta3a, Mporec-
COB IIEPEHOCA 3aPSUKCHHBIX YACTHILl, XMMUYECKONW KHMHETHKU PEarceHTOB, IOBEPXHOCT-
HBIX TIpouieccoB U Ip. CTPYKTypHO 3TH MOJENH COCTOAT U3 HECKOJIBKUX B3aMMOCBSI3aH-
HBIX OJIOKOB (MOJyJeil), MOAEIHUPYIOIUX OTAEIbHbIE (H3MKO-XMMHUUECKHE MPOLECCHI,
mpoTekaromme B razopom paspsiae [2]. [TomHble Moaenu ra3oBbIX pa3psaoB oOecreyu-
BAlOT HaXOJXK/IEHHE CaMOCOTJIACOBAHHBIX («IUIa3MEHHBIX») PELICHUH, HO TpeOyIoT 3Ha-
YUTENBHBIX BBIYUCIUTENBHBIX PECYpcOB. B KauecTBe ajgbTepHATHUBBI MOJIHOMACIITA0-
HOMY MOJEJIMPOBAHUIO B HEKOTOPBIX CIIydasX BBICTYINAIOT Ooyiee NMPOCTHIE PacyueThl, B
KOTOPBIX MOJEIHMPYIOTCS OTAEIbHBIE IOACUCTEMBI IJIa3MEHHOM cpenbl. Tak, paccMoT-
PEHHUE MPOIIECCOB MEPEHOCA N XUMHUUYECKUX NTPEBPAIIEHIH HEUTPaIbHBIX YacTHUIl B 00b-

! Hccrnenopanue BhIMoTHEHO MpH (MHAHCOBOH Momnepkke POD®U B pamxax Hayuroro mpoekta Nel6-42-
550936 p_a.
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eMe pa3psiia B BUJIe HE3aBHCUMOM 3aJ]au UMEET CaMOCTOSITEIbHOE 3HAYEHHE, TOCKOJIb-
Ky TO3BOJISIET CPAaBHUTEIBHO MIPOCTHIM 00Pa30M OIICHUTH IPOCTPAHCTBECHHO-BPEMEHHOE
pacrpeeliecHie KOMIIOHCHTOB IUIa3Mbl, OTBETCTBEHHBIX 32 (HOPMHPOBAHHE IUICHOK.
OO0BbeM BBIYHCIICHUH MPH 3TOM OKa3bIBACTCSA HEOONBIIUM. TakoW MOAXO0J HEOJTHOKpAT-
HO MpPUMEHSUICS JJIsl pacuera cocTaBa IIa3Mbl B CHIIaHCOAepKalux razax [3—6]. Ecre-
CTBCHHO, YTO JJICKTPUYECKHAE XapaKTESPUCTHKH IUIA3MBI (KOHIICHTPALHUS SJIEKTPOHOB,
HATPSHKEHHOCTH AJIEKTPUYECKOTO TIOJS ¥ JIp.) BBOISATCS B MOJEINb B TAKOM CIIy4ae B Ka-
YecTBEe CBOOOIHBIX MapaMeTpoB. BemWUWHBI 3THX MapaMeTpoB MOTYT OBITH B3SATHI M3
AKCIEPUMEHTAIBHBIX TaHHBIX.

B mporiecce MonenupoBaHus XUMUYECKOW KMHETUKH TUIA3MEHHBIX YACTHI] Mapai-
JIETBHO C PEIIeHNEM OCHOBHOM 3aJaud — OIpEeICHHEM KOHIIEHTPAIlMi KOMITOHEHTOB,
MIPECTaBISAETCs MOJIE3HBIM PAacCMaTPUBATh yJeIbHBIE BKJIAABI OTACIBHBIX pEaKkluid B
MPUPOCT WM YObUIH HAUOOJIee 3HAUMMBIX MPOYKTOB pasznoxenus. Takas uH(GopMaIius
MO3BOJISIET YCTAaHOBUTH B3aMMOCBS3M MEXAY COAEpKAHMEM KOMIIOHEHTOB B Ta30BOM
(aze u HamOoJiee CYIIECTBCHHBIMA XUMHUYECKUMH PEAKIMSIMHU, a TAKXKE HCCICIOBATH
BOTIPOCHI O JIOMOJHUTEIBHBIX KaHAIAaX 00pa30BaHHS PAJWKaiIOB (HApUMep, IPU BHE-
CeHHH N00aBOK B UCXOMHYIO pabodyr0 CMECh WIIH YCIIOKHCHHU OIHCAHHS dJIEMEHTAap-
HBIX TIPOIIECCOB). B KOHEYHOM HTOTE 3TO AeT BOZMOXKHOCTH TTy0Ke IMOHSITh KaK MeXa-
HU3MBI TUIA3MOXUMHIYECKOTO TPOoIlecca, TaK M Iy TH BO3ACHCTBHS Ha HETO.

B manno# paboTe ¢ ncnonp3oBanueM Au(y3nOHHON MOIETH MepeHoca HeHTpab-
HBIX YaCTHII MTPOBEICH aHAJTN3 KWHETHKH PEaKIIHii, OTBETCTBCHHBIX 3a 00pa30BaHHE H
yObUIh HanboJiee BaKHBIX KOMIIOHEHTOB, IPU PEKHUMAaX, COOTBETCTBYIOIIUX OCaXJIe-
HUIO IJICHOK aMOP(HOT0 KPEeMHHMS B aproOH-CHIAHOBOH IUIa3Me TJICIOIIETO pa3psiia.

ITocTanoBka 3agaun

MaremaTHueckoii OCHOBOM MOJAENH CiIyXaT ypaBHEHUs Au(p@y3uu HEWTpalibHBIX
YacTUIl B ra3opaspsiHON KaMepe HUINHAPHUUECKOH FeOMETPHH C yUETOM XUMHUUYECKUX
peaKLuii, IPOTEKaIOUINX B Ta30BOi1 (hase:

on, 10( on ) o
?ZD]{ :5(7—)4‘ azz +Sk(r,Z), (1)

rne n; = Ny/N; — OTHOCHTENIbHAsl KOHIEHTPALMsl HEWTpaJIbHBIX YacThIl copra k (N; — Ha-
YaJibHasi KOHIIEHTpaNus MOJIEKYJIIPHOTO KOMIIOHEeHTa pabodeli cMecn); Dy — CKaIsIpHBIHA
ko3¢ ¢unnent nuddysun; Si(r,z) — ICTOUYHUKOBOE CiIaraeMoe, YUHUTHIBAIOIEe POXKIe-
HHE W I'HOeNb peareHToB copTa k B pe3yibTaTe XMMUYECKHX peakiuid. Eciam orpanu-
YUTHCS TOIBKO OMMOJIEKYJSIPHBIMU PEaKIMAMHE, TO BBIPRKEHHE IS 3TOTO CJIaraeMoro
MOXHO IIPEICTaBUTh B BUJIE

L L
Sk (r,z)= Z Wk,ileinA(i)nB(i) Ny Z le;"C(.i)' @
i=1 Jj=1

[TpupocT KOHIEHTpaLUK ONpeAeieT epBas cyMMa B (2), TIe Wy; — CTeXHOMETpU-
Yeckuil kK03)QUINEHT k-TO KOMIOHEHTA, POXKIAIOLIErocs B i-H PEaKUUM; Nag U Mg
0003HaYarOT KOHIIEHTPAINH peareHToB copToB A(i) u B(i) B peakuuu ¢ MOPSAKOBBIM
HOMEpPOM i U KOHCTaHTOW CKOPOCTH k;. 3Aech WHAECKCHAs 3anmuch A(7) yKa3bIBaeT Ha 3a-
BHCHUMOCTH COPTa peareHTOB OT i-i peakiuu. BTopoe ciaraemoe B (2) y4nuTHIBaeT MOJI-
HyI0 yOBUIb KOMITOHEHTA B PAa3IMYHBIX PeakIusax ¢ dactunamu coptoB C(j), mpote-
KarolUX C KOHCTAHTaMU CKOPOCTEN kf,«. [Ipenenst cymm L 1 Py, — KOJIMYECTBO peaKkiuii,
OTBEYAOIIUX 33 IPUPOCT U YOBLTb KOMIIOHEHTA kK COOTBETCTBEHHO.
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Jlnst BceX KOMIIOHEHTOB Ha IPaHMIIE PACYETHOM 00JIACTH MCTIONIB3YIOTCS COOTHOILICHHS,
BBITEKAIOIIME U3 PABEHCTBA I13/IAIOLIEr0 U OTPaKEHHOTO MOTOKOB. BeposiTHOCTh npunma-
HMS1 IPH 3TOM XapakrepusyeTcs 3(pekTHBHBIM KO3 QUIIMEeHTOM NpHinIaHust ;.

0 1,0
RS 3
og |-k 22-By)

rae v, =+/8kT /nM — cpenmsis ckopocTb yacTull ¢ Maccoil M. Ha ocu ucnonb3yercs
YCJIOBHE CUMMETPHUH PaTUAIBHOTIO OTOKA

on
D, ak =0. 4)
T lr=0

Cucrema B3aMMOCBSI3aHHBIX ypaBHeHHH (1) ¢ rpanmyabiMu ycnosusmu (3), (4) an-
[IPOKCUMHPYETCSI KOHEYHO-Pa3HOCTHOM JIBYXCJIOMHOHM INPOJOJIBHO-IIONEPEUYHON CXEMOMH
Ha pPaBHOMEPHOHN NpOCTpaHCTBEHHOU cerke. llopsAok amnmpokcMMalMu CXembl paBeH
O(t+h,*+ h.%), TZie T — Iar HHTETPUPOBAHMS IO BPEMEHH, /1, U /i, — AT [POCTPAHCTBEH-
HOU CETKH M0 KOOpJHHATaM 7 U z. KpaeBbie yCIOBUS almpOKCUMUPOBATIKUCH (HOpMyiaMu
BTOpOIro mopsjaka TOYHOCTH. HonyqaeMble B pE3yJbTAaTC AUCKPECTU3ALMU CHUCTCMBI JIM-
HEWHBIX ypaBHEHUH PEeIaloTCs METOIOM ITPOTOHKH Ha Ka)KJJOM BPEMEHHOM I10JIyCIIOE.

Bb160p KONMMYeCTBa KOMIIOHEHTOB M CBSI3aHHBIX C HUMH PEaKLMi, BKIIOYAEMbIX B
MOJIETIb, B TIOJIMMEPHU3YIOIEMCS Ta3e, K KOTOPBIM OTHOCHTCSI CHJIaH, HE BIIOJIHE OZHO-
3HaueH. B mepByio odepenp, 3TO KacaeTcs 3JIEMEHTOB, NOSIBISIONIMXCS B pe3yibTaTe
BTOPUYHBIX peaknuil. i1 HUX almpHOpPHO CIOXKHO MPEACKa3aTh KHHETHIECKUE B3aHMO-
CBSI3M M CKOPOCTh HAKOIICHUS B 00BeMe paspsiia. 3Mech OBUT HCIIONB30BaH Habop, KO-
TOpBII oMuMO pabouero raza Ar + SiH, BritodaeT cremyromme KOMIoHEHTHI: SiH,,
(x = 1*3), Sl, H, Hz, SizHy (y = 2*6), Si3H7, Si3Hg, Si4H9, Si4H10, SiSHlls SiSle, a TaKxXe
MeTacTabuiIbHble cOcTOsiHUS aproHa Ar*. Takoil HAOOp MOXKHO CUMTATh JOCTATOYHBIM
JUTsI OTIMCAHWsI HaYalbHBIX CTaIMi MoNMMMepu3aluu cuiana. Hike B pasgene 3 mokasa-
HO, YTO €CJIY CIIeMaIbHBIM 00pa30M HEe MHTEPECOBAThCsl KWHETUKON TSDKEIBIX pajiiKa-
JIOB, TO JUIS HE CIIMIIKOM OOJIBIIMX BpPEMEH IpeObIBaHUS raza KOMIOHEHTHBIH COCTaB
MOJIETH MOXKET OBITh COKPALIEH.

Koa¢pounnentsr muddysun KoMnoHeHTOB D MPeABAPUTENHLHO PACCUUTHIBAINCH MO
dhopMmyne Yuike 111 MHOTOKOMITOHEHTHBIX cMecei [5]:

J= Ji

rJie 7 — CyMMapHas KOHLEHTPalUs CMECH, 1y — KOHIEHTpaLus k-ro KoMroHeHTa, Dy, —
ko3 uimeHTs OMHApHOW IU(QY3UH, KOTOPHIE, B CBOK OYepellb, BHIYUCISUIACH IO
(hopMyIie MONEKYISIPHO-KHHETUIECCKOIM TEOpUH Yepe3 mapaMeTpsl moTeHImana JleHnap-

na — Jl>xonca [7]:
3 M=1.412308— V3/ufk CMz_

5 (6)
16 NTEG]ijk( ) Po jk( k) c

k=

3neck T — Temnepatypa rasa B K, W = m;m/(m+m;) — NpuBeJieHHas Macca YacTull j-ro
U k-ro coptoB B a.e.M., p = NkgT — nasnenue B Topp, oy = (Gj-i-Gk)/Z — 3¢ dexTrBHBINH
JIMaMETp CEYEHUS! CTOJKHOBEHUS qacmu B anrcrpeMax. Ty & = ksT/ey — xapakTepucTu-
yeckas TeMnepaTypa TIIC &= (sjsk) — TIyOrHa MBI IOTEHIMAIa MEKMOJIEKYJIISIPHOTO
B3auMOJIeHCTBHSA, (2 (T, ik ") — MHTErpan CTONKHOBEHHl st TePeHOCa MacChl, HOPMUPO-
BAaHHBIN Ha (Q)-MHTETpan AJ1d MOAENH TBepAbIX chep. Beruncnenue Ly (T, Tk ") mpoBouTCcs
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10 amIMpPOKCHMAIMOHHOH dopmyie, mpuBeneHHoH B [7]. ITapaMeTpsl o) € IUIsT KOMIIO-

HEHTOB MOJIENU B3THI U3 [4, 7].

3HaueHus KodppuuueHToB aupdysun Dy, a Takke KOIPPHUIUCSHTOB IPHIUIIAHHS
Bs, McroNB30BaHHBIE B pacyere NpHBeAeHbl B Ta0d. 1. CIMCOK XMMHYECKUX PEaKLUi,
BKJIIOUCHHBIX B MOJEJb, NpeAcTaBieH B Ta0i. 2. KoHcTaHTBI ckopocTeil MpoleccoB ¢
ydacTHeM 3JIEKTPOHOB, (peakuuu R1-R9), onpenensiorcs B Moaenu no (GyHKIMH pac-
TpeaeNeHus IEKTPOHOB 1o YHepruu (PPDD) myTeM YMCIIEHHOTO pemieHrs OXHOPOI-
Horo ypaBHeHHs bonpnMana (B Tabmure oHn oTMmedeHbl cuMBoiioM F). Ilpu pacuere
®POD ncnonap30BaINCh H3BECTHBIC JAHHBIE 110 CEUSHHSIM CTOJIKHOBEHUH AIIEKTPOHOB C
Ar u SiH, [7]. 3HaueHus OCTaNBHBIX KOHCTAHT CKOpOCTEH B3SITH U3 [4, 7, 8].

Ta6nuna 1

Kosdpduuuentsr nuddysuu (p = 0.1 Topp, T =500 K) u npuaunanus [7]

Kommonent Dy, eM*lc B

SiH, 140.30 0.00
Ar 167.78 0.00
SiH; 150.42 0.15
SiH, 162.10 1.00
SiH 176.18 1.00
Si 123.41 1.00

H 1149.40 0.00
H, 677.96 0.00
Si,H, 106.41 1.00
Si,H; 103.40 1.00
Si,Hy 100.62 1.00
Si,Hs 97.75 0.15
Si,Hg 95.12 0.00
Si;Hg 74.21 0.00
SizH; 93.77 0.15
SizHo 67.91 0.15
SisHj 67.84 0.00
SisHy; 57.35 0.15
SisHi, 57.31 0.00
Ar* 148.59 0.00

Tabnauma 2

XHMHYeCKHe peaKIMi U KOHCTAHTBI HX CKOpPOCTeil

No Peakius k, cm/c | Ne Peaknus k, cm/c
1 ¢ + SiH, = e+ SiHs+H F 30| Si,H,+H,=SiHs+SiH, | 3.56:107°
2 | e+SiHs=e+ SiH,+2H F 31 Si,Hs+ H = Si,H, + H, 1.00-1071°
3 |e+SiH,=SiH+H + H,+e F 32 Si,Hs+ H=SiH, + SiH; | 6.70-107'2
4 | e+SiH,=SiH,+H,+e F 33 Si,Hg+ H = Si,Hs + H, 1.30-10"2
5 e+H,=e+2H F 34 Si,H; + H, = Si,H; 1.70-107"2
6 |e+ Si,Hg=e+ SiH,+ SiH, F 35 Si;Hg+ H = Si,Hs+ SiH, |1.97-107"
7 | e+ Si,Hg=e + Si,H;+ H, F 36 | Ar* + SiH,= SiH,+ 2H + Ar |2.60-107"°
8 e+ Ar=e+ Ar* F 37| Ar* +SiH,=SiH;+H+ Ar |1.40-107"°
9 e+ Ar* = e +Ar F 38 Ar*+H, = 2H + Ar 7.00-107""
10 e+Arf=e+ Ar +e F 39| Ar*+ SiH;=SiH,+ H+ Ar |1.00-107"°
11 SiH,+ H = SiH; + H, 2.80-10"" [ 40| Ar* +SiH,=SiH+H+ Ar |1.00-107"°
12 | SiH,+ SiH=Si,H;+H, | 2.18-107'' |41 Ar* + SiH = Si+H+Ar 1.00-1071°
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OxoHuyanue Tabm. 2

No Peaxius k,em/c | Ne Peaknus k, em>/c

13 SiH, + SiH = Si,H;s 2.50-10" | 42 | Ar* + Si,Hg= Si,H,+ 2H+ Ar | 6.60-107'°
14 SiH; + H = SiH, + H, 5.00-107'° | 43 | Ar* + Si,Hg = Si,Ho+ 2H+ Ar | 6.60-107%°
15 SiH, + H,= SiH, 7.66:107° [ 44| Ar*+ Ar*=Ar"+Ar+e | 8.00-107°
16 SiH, + H = SiH+H, 2.31-107"" |45 SiH, + Si,H = Si3Hg 2.03-107"
17 SiH, + SiH = Si,H, 7.22:10° | 46 SiH + Si,H = Si;H; 1.00-10°"!

18 | SiH;+ SiH;= SiH,+ SiH, | 3.00-107!' |47 SiH, + SizHg = SisH;o 1.00-107"!
19 | SiH,+ SiH,=Si,H,+H, | 1.08-10° |48 | SisHg+ SiH;=Si;Ho+H, |1.00-107"
20 SiH; + SiH, = Si,H; 3.77-1072 | 49 Si,H;s + Si,Hs = SisHjo 1.00-107!!
21 SiH, + Si,H,= Si;Hg 1.00:107"° | 50 Si,H, + SiHg = SigH g 1.00-107"

22 SiH+H=Si+H, 1.70-107'° | 51 Si;H, + H = Si;Hj 1.00-107""
23 SiH,+ Si = Si,H,+ H, 1.62:10°° | 52 SiH + SizHg= SisH, 1.00-107""!
24 SiH, + Si = Si,H, 4531012 |53 Si;Ho+ H = Si;Ho 1.00-107!!
25 SiH, + SiH, = Si,H, 1.05-107!" | 54 SiH + SisH;o= SisHj, 1.00-107"!
26 Si,H, + H = Si,H, 494107 |55 SiH, + SigH;o = SisHj, 1.00-107"
27 Si,H, + H, = Si,H, 1.40-107"" | 56| SiH;+ SisH;o=SisH;;+ H, |1.00-107"!
28 | SiH,+ Si,Hs= SiH;+ SiHg| 5.00-10°" | 57 SisH;; + H = SisHj, 1.00-107""

29 | SiH; + Si,Hg= SiH,+ Si,Hs | 2.76-107"2

CBsi3b cHCTeMBI ypaBHeHHH (1) ¢ IIa3MEHHBIMH ITapaMeTpaMu B JAaHHOH MOIENH
OCYIIECTBIISICTCSL 4epe3 IMPOCTPAHCTBEHHBIH NPO(UIIb KOHIEHTPALMH SJICKTPOHOB U
3HA4YEHHUsT KOHCTAaHT CKOPOCTEH JIIeKTPOHHO-WHIYLMPOBAHHBIX MPOLECCOB, (GUrypu-
pyommx B uieHax Sy(r,z). KoHIEHTpanuu dJeKTPOHOB YyCTaHABIWBAIach pPaBHON
n.=10° cm . Tlo 1iMHE paspsIHOrO MPOMEXKYTKA PACHPEICTICHHE HTEKTPOHOB 3a/1aBa-
JIOCh PAaBHOMCPHLBIM, a IO paanycCy alipoOKCUMUPOBAIOCH KOCMHYCONJAJIbHBIM CIIaJIOM.
HavanpHas KOHIIEHTpAIMsI METacTaOMIBHBIX YacTHIl aproHa Obuta npunsra 0.017..

Pe3yabTaTsl U HX 00Cy:KIeHHE

Pacuer cocraBa BBIMONMHSIICS Ul IUIA3MOXMMHUYECKOTO pEaKTopa C pajnycoM
R=6cm n mgmuaOoMt L =3 cM. 3amaBaMch CIEOyIOIINE IMapaMeTphl: paboumii ra3
Ar + 5 % SiHy, naBnenue p = 0.1 Topp, Temneparypa T = 500 K. Bennunna npusenen-
Horo nons E/N, Heobxoaumas uis pacaera ®PID, npuruManack papHoii 1-107"° B-cm?.

3aBUCHMOCTH OTHOCHUTENBHBIX KOHILEHTPALMH KOMIIOHCHTOB OT BPEMEHHU IPHUBEIE-
HbI Ha puc. 1. Kornenrpanusa SiH;, Hanbonee BaXXKHOTO paguKaa s OCaKICHUS TUIe-
HOK, OTHOCHUTEIbHO MEAJCHHO BBIXOAUT Ha CTallMOHApHBIN ypoBeHb. KoHIEHTpanun
aTOMapHOro BOJOpoJa U pajukaia SiH NmpuHUMAIOT cralMoHapHblE 3HAYEHHS B Teye-
are 107 ¢. HeckoJIbKO MO3XKe yCTaHABIHBaeTCs KOHIeHTpauus SiH,. MomexymspHbiit
BOJIOPO/I, 00pa3yIOIIUiics P JUCCOLMALMH CHIIaHa, UMEET 3HAYUTENILHOE COJIep KaHue
B cocTaBe Iu1a3Mbl. Ero KoHIeHTpanus conocraBuma ¢ KoHneHTpanuei SiH;. O6pama-
eT Ha cebs1 BHUMaHUe OOJIbIIOe KOJIMYECTBO CHHTE3MpyeMoro aucwiana SiHg, koro-
poiii, kak u H,, HakarumBaercst B oobeme. Konuenrpanuu paankanos Si,H, (2 <x <5)
JUISl YKa3aHHOTO BPEMEHHOT'O MHTEepBaja MPUMEPHO Ha 2 MOpPsIKAa MEHBIIE, YeM KOH-
neHTpanun panukaioB SiH; (otHocuTenpHas KoHmeHTpamus Sip)H, odeHp Mmama, ~
107"), HO CKOPOCTH HAKOTLIEHHS YTHX KOMIIOHEHTOB JIOCTATOYHO BHICOKAS.

Ha puc. 2 — 4 npencraBiieHbl THCTOTPAMMBI yIENBHBIX BKJIA0B XUMHIECKUX PEaK-
11, HanboJsee CyIECTBEHHBIM 00pa30M BIUSIOINX HA KMHETUKY W3MEHEHHS HEKOTO-
PBIX KOMIIOHEHTOB aproH-CHJIAHOBOH ITa3Mbl. B Kax10i rucTorpaMmme npuBeeHb! TPH
rpy;mm JAHHBIX, COOTBETCTBYIOMIUX BPEMEHN npeGbIBaHus Ta3a B peaktope ¢ = 1077,
107 un10"c.
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Puc. 1. KoHneHTpauy KOMIIOHEHTOB B aprOH-CHJIAHOBOH IIIa3Me
(Ar+5 % SiH,, p = 0.1 Topp., E/N=1-10" B.cM?)
Fig. 1. Densities of components in an argon-silane plasma
(Ar+5 % SiH,, p = 0.1 Torr, and E/N = 1-107"° V-cm?)
SiH3
- . 10.9
. 10.7
i . X
7 105 %
i 4 S
i 103
0.1 7 10.1
0.9 FRi4 “— T ]
FR18 ExExz=R b 109
0.7 | A28 =3 | i
< | R39 ExXxX3 i 107
2 L 4 7 2
5051 ] {05 &
031 7 103
0.1F | . 1o,
.o 0.1
0.1 1 10
¢, MC

Puc. 2. OtHOCHTETBHBII BKJIaJ peakuuii B mpupocT (source) u yosuib (sink)
pamnkainos SiH; n SiH, m1s Tpex 3Hauenuit Bpemenn £ =107, 107 n 5-107 ¢
Fig. 2. Relative contribution of reactions to the source and sink
of radicals SiH; and SiH, for three time values: ¢ = 10,107, and 5-107 s

U3 puc. 2 BumgHO, uto nipupoct SiH; 00ycnoBieH aucconualyeil CHiaaHa 3JIeKTPOH-
HBIM yziapoM — peakius R1 (MMmeHa peakiuii RX cOOTBETCTBYIOT MX MOPSAKOBBIM HO-
MepaM B TaOI. 1), CTOJIKHOBEHHSMH C METACTAOMJIbHBIMU aTOMaMH aproHa — peaxiys
R37, a Taxke peakmumeii R11, Bkiag kotopoii B oOpazoBanue SiH; Bo3pacTaeT mo mepe
YBEJIIMYCHHUS BPEMEHHU. DTO MOXKET OBITh OOBSICHEHO IMOCTEIICHHBIM HAKOIUIEHUEM BOIO-
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poxna B peaktope. CroikHoBenus: SiH; ¢ aromapHbsiM BosopojoM (peakuusi R14) u me-
xK1y cobol (peakuust R18) onpenensitor yobuts aToro paaukana. [Ipu aTom Bkian peax-
nuu R18 co BpemeHeM yBenuuuBaercsl.

Junst panukana SiH, ¢ TeyeHneMm BpeMeHM KMHETHKa peakiui He namensercs. [Ipu-
POCT WZeT, TJIaBHBIM 00pa3oM, 3a CYET JMCCOLMALMKM CHJIaHA MeTacTaOWIBHBIMU CO-
CTOSIHMSIMM aproHa. Bxiag peakunu R2 — aucconmanmm 31eKTpOHHBIM yIapoM, HE TIpe-
BemaeT 15 %. Hakomnenne SiH, B 00beMe MOYTH TOJHOCTBIO JTUMHUTHPYETCS €r0 pe-
akuei ¢ crmasoM (mporecc R25), B pesynbraTe KoTOpoit akTuBHO 00pasyercs SipHg.

[pupoct SiH 00yci0BI€H MCKIIOYHTEIHHO TUCCOIHMALUEH AIEKTPOHHBIM YAapOM
(cm. puc.3). Tlponecc aucconuanuu aTOMapHBIM BOJOPOIOM IO kKaHay R22 Bkiiaga
MIPaKTUYECKH HE JaeT, HECMOTPS Ha 3HAYUTENbHYIO KOHCTAaHTYy ckopocTu. ['mbens SiH
npoucxomut Ha 90 % 3a cuer peakuun nonuMepuszanuu cmwiada R12 u R13, kotopas
nmaet 10 % yObutu.
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Puc. 3. OTHOCHTENBHBIHN BKIIAJ peaknuii B mpupocT (source) u yObUIb (sink) pagukana SiH,
yOBLIb METacTaOMIBHBIX aTOMOB aprona Ar* n yosuis cumana SiHy
Fig. 3. Relative contribution of reactions both to the source and sink of radical SiH,
to the sink of metastable argon atoms Ar*, and to the sink of silane SiH,

Kak oTMeuanoch Bblllle, TUCCOLMAILNS CHIIAHA METACTAOMJIBHBIMU YacTHLaMu Ar*
JlaeT CYIICCTBEHHBIN BKJIaJ B MpUpOCT paxukanoB SiH; u SiH,. D1u nBa kanana, «mo-
JIE3HBIe» C TOYKM 3PEHUsI HApaOOTKM yKa3aHHBIX PaJMKaJIOB, U SBIISIOTCS OCHOBHBIMU
Juist yosuin Ar* (cM. puc. 3). J{onst 1eBo30yxeHNsT METacTaOMIbHBIX aTOMOB 3JIEKTPO-
Hamu (CBepXympyruii mporece R9) mo pesynpratam pacueTos He npesbimana 10 %.

W3 rucrorpaMmsl peakiuid yosum SiH, BUIHO, YTO € TeUeHHEM BpEMEHH B KaHallaX
JIICCOLMALIMY CHJIaHA TIPOUCXOJUT CMEIIECHHE OT JUCCOLMALUK JIEKTPOHHBIM YAapOM
Y METacTaOMJIbHBIMHU YacTHLAMU Ar* B CTOpOHY IpeBaIMpoBaHus KaHana R11 — B3au-
MozercTBus ¢ Bogoponom. Ilpu ¢ = 10 c na JIOJIIO 3JIEKTPOHHOTO npouecca R1 npuxo-
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mures 27 %, Ha peakimn R36 u R37 cymmapro 50 %. ITpu £=1-10 ¢ Ha R1 TOmBKO
~11 % , peakuuu ¢ MeTacTaOWIILHBIMH YacTUIIAMH aprona nawor ~27 %, a Gonee mosjo-
BUHBI [TPOPEarupoBaBILIETo ra3a AUCCOUUUPYET 1o peakiuu R11.

O/IHOBPEMEHHO C IIPOLIECCOM PA3JIOKEHHs CUJIaHa IPOUCXOAUT aKTHBHOE 00pa3o-
Banue Bogopoaa H u H,. Habop peakimii, onpenensionmx IpupocT u yObUTs BOAOPO/a,
U MX OTHOCHTEJIbHBIE BKJIQJBl HAa NPOTSHKEHHHM BPEMEHHM HE HM3MEHsSIoTcs (puc. 4).
CronkHoBeHus Ar* ¢ SiH, ompenensror, B OCHOBHOM, TIOSIBIIEHHE aTOMAapHOT'O BOZOPO-
nma. Jloms aiekTpoHHBIX mporeccoB He mpesbimaeT 30 %. Yxox atomoB H moutn Ha
100 % oGecneunBaercst peakuuei R1, B KOTOPO# IIPOUCXOIUT OTPHIB OAHON M3 BOMO-
POAHBIX CBsI3€H y cuiaHa ¢ oOpa3zoBaHHeM Moiekys H,. Orta peaknus B UTore maer oc-
HOBHOM TipupocT H, (He menee 97 %). Bo3Bparnsie (1o otHomenuto k R11) mpormeccs
JIICCOLMALIMM MOJIEKYJI BOAOPOJA 3JIEKTPOHHBIM yJIApOM U METacTaOMIbHBIMH YacTH-
namu aprona (peakiuu RS, R38) sBisiroTcs ocHOBHBIME KaHaiamu yOsuin H,, HO B
npupocre H oHu He cymiecTBeHHbI. MoseKyJsIpHBIl Bo0po 3 (GEKTUBHO 3aIOJHSET
HEJIOCTAIOUINE BOAOPOIHbIE CBsI3U Yy paaukaioB SiH, (n = 2). [TosTomy ¢ HakomieHuem
TaKUX pajuKalioB B yObun H, HaYMHAIOT CKa3bIBaTHCS JIOMOJIHUTEIbHBIE KaHAJIBI (CM.
puc. 4).
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Puc. 4. Bxiag peakuuii B mpupocT U yOBIIIb aTOMapHOTO U MOJIEKYJISIPHOTO BOJOPOA
Fig. 4. Contribution of reactions to the source and sink of atomic and molecular hydrogen

Ha paccmaTtpuBaembIX BpeMeHax NMpeObIBaHUS Taza B pa3psaHON 30HE (f < 107 c)
BKJIQ/I PEaKIHU C y4acTHEM TDKENbIX paaukainoB Si,H, (n = 3) B mpupoct u yOBUTH Hau-
0oJee BaKHBIX KOMIIOHEHTOB, IIPUBEICHHBIX HA puC. 2 — 4, odeHb Mai. CleoBaTenbHO,
BIIFSTHAEM 3THX KOMITIOHEHTOB Ha XUMHUYECKYI0 KHHETHKY MOXHO IpeHeOpeys U JI0Iyc-
THMO HUX UCKIIIOUHUTH U3 MOJIEIIH.

Jlanee Mbpl TTpOBENM MOJEIMPOBAHUE COCTaBa ISl TEX KE CaMbIX MapaMeTpoOB, UTO
ObUIH yKa3aHbI BBIIIC, HO UCKIIFOYMIN M3 MOAear komnoHneHTh Si,H, (n > 3). U3 crincka
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peaKLuii, IpeCTaBIeHHbIX B TadJ. 2, ObUIM OCTaBJIEHBI TOJBKO T€ PEAKIMH C MX y4a-
CTHEM, B KOTOPBIX 3TH KOMIIOHEHTBI POXKAAIOTCS [IPU CTOJIKHOBEHHH 00Jiee JIerKHX Yac-
tul. Takue peakuuu SBISIIOTCS KaHalaMM Tubenu s panukanos SiH,, mostomy
JIOJDKHBI OBITH coxpaHeHbl. VIToro, B COKpalieHHOi Moieny paccMarpuBaioch 14 xom-
TIOHEHTOB U 47 peaxuuii. s BpeMeHH MOJeIUpoBaHus £ = 107> ¢ IoTydyeHHbIE B TAKOil
MoJIeN KOoHIeHTpanuu paaukanoB SiHj;, SiH,, SiH, Bogopoxa H u H,, a Taxxke SioHj,
Si,Hs, Si;H¢ mpakTrdeckn coBImamy ¢ BHIICTPUBEACHHBIMU pe3ylibTaTaMu OoJiee IoI-
HoOW Mozenn (20 KOMIOHEHTOB U 57 peakiuii) (puc. 1). DTOT pe3ynbTaT MOATBEPKIACT
MIPEIONI0KEHNE 0 HE3HAYUTENBHOCTH BKJIaga KomnoneHT Si, H, (n = 3).

TakuM 00pa3oM, YUCIICHHBIH aHATN3 XUMAYECKOW KHHETUKN PAJNKAIOB ITO3BOJISET,
MCXOMS U3 OTHOCHUTEIHHO MOJTHOTO Ha0Opa KOMIIOHEHTOB M XMMHYECKHX PEaKIUi I
OIpe/iesIeHHOI paboueil cMecH, BBISIBUTh IOAMHOXKECTBO, KOTOPOE SIBISIETCS JOCTATOY-
HbIM [JIs1 OIMCAaHUS U3Yy4YacMOT'0 IJIa3MOXUMHYCCKOT'O IIpouecca Ha OMpEACIICHHOM WH-
TepBaJie BpEMEHH.

W3 npuBeneHHOro aHanu3a peaklyuid B aproH-CHJIaHOBOH ILIa3Me CIeIyeT, YTO pe-
JKMMBI TTa3MOXMMHYECKOT0 TPOIiecca, B KOTOPBIX pean3yeTcsi BpeMst MpeObIBaHus pa-
Gouero rasa ¢ > 107 ¢, ABIAIOTCS HEONTHMANBHBIMH C TOYKH 3PEHHS OCAXKICHNS [ICHOK
kpemHwUs. [Ipu Gonpmux BpeMeHax B pabodeM 00BeMe YCIIeBalOT HAKATUTUBATHCS MTOJTH-
CHJIaHBI ¥ UX paaukaisl Si,H, (n = 2), KoTopble cIocOOCTBYIOT NalbHEHIIIEH TOTUMEpH-
3anuu pabodero ra3a. s paccMaTprBaeMol MIa3MOXUMHIECKOW CHCTEMEBI C TIapaMeT-
paMH, YKa3aHHBIMHU BBHIIE (TeoMeTpudeckne pasMepsl R = 6 cM, L =3 cM, maBieHue
p=0.1 MM PT.CT.) BBIIONHEHHE yCcinoBHs { < 10~ ¢, B NPHOIIKCHAN HACANBHOTO Bbi-
TECHEHHUs, COOTBETCTBYET OOJIBIIOMY HaTekaHuio raza Q = 2500 CT.CM’/MHH, 9TO He-
SKOHOMHYHO C TOYKH 3pEHHUs pacxonaa paboueit cMmecu. EcTecTBEeHHBIH cr1ocoO m0CTH-
JKEHUSI HEeOOXOIMMOI CKOPOCTH MPOKauyKH ra3a uepe3 pas3psiiHblii IMPOMEXYTOK INpH
NpUEMJIEMBIX pacxo/ax rasa 3aKjIl04aeTcsi B yMeHbIIeHuH o0beMa peakTopa. Ho B Tpa-
JUIMOHHBIX CXEMax OCaKAEHHs YMEHbIIeHHE 00beMa KaMephl OIpaHUYMBAETCS pa3Me-
paMu IOJUIOKKH, pacriojlaraeMoi Ha OJHOM M3 3JIEKTPOJOB. Takoe OorpaHMYEeHHUE OT-
CYTCTBYET B CTPYHHOM IDIa3MOXHMHYECKOM crocobe [9], rae ocaxmeHue MpomayKTOB
pa3IOKEeHUs MPOUCXOIUT B 00BbeMe, KOHCTPYKTHBHO OTHIEIEHHBIM OT 00JIacTH TeHepa-
un wia3Mel. OOBEM pa3psIHON KaMephl IPU 3TOM MOXET OBITh JOCTATOYHO MAJbIM,
MIOSTOMY peaM30BaTh HEOOXOMMEBIE YCIIOBHS IO BPEMEHH MPEObIBaHUS Ta3a B paboyeit
30HE 3aMETHO IPOIIE.

BoIBoABI M 3aKJII0UEHHE

[IpoBeneHHBIM YHMCIEHHBIA aHAIN3 peakUuid B aprOH-CUJIAHOBOH IIa3Me IMoKaszall,
9TO TIPH BPEMEHH TpeGbiBaHMs Ta3a {> 10~ ¢ paauKaibl CHIAHA HAYMHAIOT AKTHBHO
y4acTBOBaTh B Iporecce noiumepusanuu. [Ipu stom B pabouem oGbeme HabmonaeTcs
pocT KoHuUeHTpauuid coemuHeHuid SiH, (2 <x <6). Peakuuu B3aumoneiicTBUs 3THX
KOMIIOHEHTOB C CHJIAHOM, €r0 paJuKalaMHd U BOZOPOAOM, «3aIyCKAIOT» CIEAYIOLIYIO
CTYIEHb MOJMMEPU3aNU — POPMHUPOBAHHE COSTMHEHHH C elle OOJIbLINM CO/IepKAHUEM
KpeMHHs1. B 3TOi CBA3M MOXHO CUMTATh, UTO HPH BPEMEHH mpedbiBaHus ra3a > 107 ¢
KOMITOHEHTHBII COCTaB IUIa3Mbl M3MEHSETCS M YCIIOBHS JUISl MOJYYEHHS KPEMHHUEBBIX
IUICHOK YXYIIIAI0TCS.

BpemMeHnHOW aHaJIN3 KMHETHKU PEAaKLHUil, ONpeNeNIONX POCT U YObUTh KOMIIOHEH-
TOB, MOKET HMCIOJIb30BaThCS B KauecTBE METOZA ONPEIEICHUS] TAKOT0 MHHUMAILHOTO
Ha0Opa peareHTOB M Peakiuii, BKIOYAEMbIX B MOJIENb, KOTOPBIE OCTAaTOYHBI JUI KO-
JMYECTBEHHOTO OMMCAHNA KITIOUEBBIX KOMIOHEHTOB IUIA3MbI IIPH 33JaHHOM BPEMEHHOM
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HUHTEpBAJIC. PeﬂyKI_II/IH K MOJCIN ¢ MCHBIIUM KOJIMYECTBOM PCArCHTOB IMO3BOJIACT CHU-
3UTH BbIYHCIIUTEIIBLHBIC 3aTPAThbl C COXpaHECHUEM TOYHOCTU PACUYECTOB.
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Lyakhov A.A., Strunin V.I. (2017) NUMERICAL ANALYSIS OF THE KINETICS OF
CHEMICAL REACTIONS IN AN ARGON-SILANE PLASMA OF THE GLOW DISCHARGE.
Vestnik Tomskogo gosudarstvennogo universiteta. Matematika i mekhanika [Tomsk State
University Journal of Mathematics and Mechanics]. 50. pp. 79—-89
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The chemical kinetics of neutral components in an argon-silane plasma of the glow discharge
is considered. The modeling of plasma chemical composition is implemented in 2D-cylinder
geometry based on numerical solution of the set of coupled diffusion equations. The model
includes 20 neutral species and about 60 chemical reactions. The coefficients of electron collision
rate are computed using numerical solution of two-term approximation of the Boltzmann equation
for electrons. The electron density is set as an input parameter with the value of 10° cm™. A
contribution of the principal chemical reactions on the entire source and sink of different
components is discussed. In modeling of the chemical kinetics of film-forming radicals, the role
of higher silane radicals Si,H, (n>3) is not significant up to 107 s. Consequently, if the residence
time of feed gas in the reaction chamber is of about milliseconds, the effect of such components
and chemical reactions, which produce them, can be neglected in the simulation of silane plasma.
Calculation results obtained using the model with the quantity of components reduced to 14 give
almost the same values for silane radical densities.



YucnenHsiii aHaN3 KUHETHKN XUMUHECKIX ﬂEHHlIl/Iﬁ B apri OH-CUTIGHOBOI M1a3me 89

In modeling of plasma chemistry system, an analysis of contribution of the reactions can be
used as a tool for reducing preliminary set of species and reactions to the minimal set, which is
sufficient for the computations in a certain time interval.
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