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(Moctynuno B Pepaxuymio 12 Hoabpsa 1996 r.)

IIpuBeneHs! pe3ysbTaThl SKCIEPUMEHTAJIBHBIX M YUCIICHHBIX MCCIIEI0BAHUI HECAMOCTOATEIIBHOIO pa3psiia B cpenie
anexrporoHn3aronHoro CO, sasepa armocepHoro fapieHns. OCHOBHOE BHUMAHKE Y/IEJICHO YMCJICHHOMY aHaJIU3y
BJIMSTHUSL TIPUMECH KHUCJIOPOJa Ha XapaKTep HMOHHO-MOJIEKYJISIPHBIX IPOIIECCOB, OIpEESIONMX HOHHBI COCTaB

IUTIa3MBbl pa3psiia 1 €€ IIPOBOANMOCTbD.

MocTtaHoBKa 3apaumn

HecamMocTosTeNIbHBIA pa3psn, MONAEPKUBAEMbBIA ITyYKOM
OBICTPBEIX JIEKTPOHOB, IHPOKO HCHOJIB3YeTCS IS BO30Y-
JKICHUST JIA3ePHBIX CPEl MpPU BHICOKOM maBiicHnu [1,2].
Onextpononusaionssie CO;, Jlasepbl 0OBIYHO PabOTaloOT
Ha cMmecsix CO,:N;:He, nist mpurotoBieHNs: KOTOPHIX HC-
MIOJIB3YIOTCSl TEXHUYECKUE Ta3bl, CONCpIKalhe B KauecTBE
npumMeceii 31eKTpooTpuaresbabie komnoneHTH (02, HyO).
B pesynpraTe pasHOOOpa3HBIX IUTA3MOXUMIYCCKHUX PEAKIIHI
B Ta30BOil cMecH 00Opa3yeTcs MHOIO BTOPHYHBIX KOMIIO-
HEHTOB, OKa3bIBAIONINX CYIIECTBCHHOE BIIMSHIE Ha pabodne
XapaKTePUCTHKHA aKTUBHOI cperpl Jiasepa [2—4].

HccnenoBanmio BIMSHAA TpUMeced M 100aBOK Ha KH-
HETUKY TUIa3MOXMMHYECKHX IMPOLECCOB U XapaKTePHCTHK
paspsma CO; J1a3epoB MOCBSIIEHO OOJIBIIIOE YHCJIO pa-
6ot [5-11]. B [5] 6suto mokasano, 4yro pobasienue Hy u
CO K mepBOHAYAJIBHOM I'a30BOM CMECH MOXKET IPUBECTH K
YCTOIYMBOMY PaBHOBECHIO XMMHYECKOTO COCTaBa CMECH B
OTIHAasHHBIX YCTpoUCTBax. Vcrnosnb3oBaHue B JIa3epHBIX CMe-
csix CO OOBIYHO CBSI3BIBAIOT C MOMBITKAMH aKTUBU3UPOBATh
peaxumu BoccraHoBiieHus: CO,. Ilpu stom ”BbDKHTaeTcs”
KUCJIOPOZI, KOTOPBIA MOJKET CONEPIKAThCSI B UCXOMHBIX ra3ax
B BHJie IPUMECH M YMEHbIIATh YCTONYMBOCTD IUIa3Mbl [6)].
Ho6asnenne Hy u H,O npuBoOuT K CHIKEHUIO CTETICHU JIHC-
cormanuu CO; B paspsaze. [71aBHyI0 posb B 3TOM Iporiecce
aBTopsl [7,8] orBopAT pagukany OH, BoccTaHaBimBaomemMy
COs.

Kpome BiusiHus Ha XMMHYECKUE TIPOIIECCHl TOOABKH BO3-
ICHUCTBYIOT Ha KosleOaTesIbHYI0 KMHETHKY, OalaHC 3apsiKeH-
HBIX YaCTHII, YCTOWYIMBOCTb U MPEICITbHbIC SHEPreTHICCKIE
xapakrepuctukn paspsima [9-11]. TloBeneHue 3apsuKEHHBIX
YacTWIl B IUIa3Me, B YaCTHOCTH HX YyYacTHE B MHOTO-
YHCJICHHBIX PEaKIHsIX, OKA3blBACT peEIlalolee BIIMSHHE Ha
ee npoBoruMocTb. B anekrpononnsammorHoM CO; jasepe
0aJlaHC 3JIEKTPOHOB ONPeesIsIeTCs B OCHOBHOM MPOLieCCaMu
WOHU3AIUK 3JICKTPOHHBIM ITyYKOM, MPHUJIMIAHUEM 3JICKTPO-
HOB K 3JICKTPOOTPHLIATEIbHBIM MOJICKYJIaM, peKoMOMHAIei
3JIEKTPOHOB C TIOJIOXKUTEJIbHBIMA MOHAMH U OTPBIBOM 3JICK-
TPOHOB OT OTPHIATENbHBIX HOHOB [12]. TIpu cymecTByoImmX
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B CO; nasepax pabounx HaANPSHKEHHOCTSX 2JICKTPUIECKOTO
nons E u mornocrsix N (E/N ~ 210710 V/em?) wuo-
HU3aIMsl JICKTPOHAMH pa3psiia He WrpaeT CyIICCTBEHHOM
posti. B [12] uccienoBano BMsiHUE IPUMECH KUCIOPOIA Ha
SHEPreTUYECKUE XapaKTePHCTUKH DJICKTPONOHN3AOHHOTO
paspsiia 1 HaiIeHbI MPEIeSIbHO JOIYCTHMBbIC KOHIICHTPALUH
O, B nazepHbix cMmecsx. Ilokazano, uto s¢dexTuBHAsA CKO-
POCTb NPHUJIMIAHKS SJICKTPOHOB K MOJICKYJIaM KHCJIOPOfia B
JMana3oHe MIOTHOCTed 3exTponos 3 - 1012—5 - 1013 cm—3
B 6.7 pa3 MPEeBOCXOMUT CKOPOCTh IPHJIAIIAHKS K MOJICKYJIaM
CO,.

CocTaB HMOHOB M 3aBUCANME OT Hero 3(dexTuBHBIC
KO3 PUIMCHTH PEKOMOWHAIIMM W OTpPbIBa AJICKTPOHOB B
3HAYUTEIJIBHON CTEIICHN ONPENEIIIOTCS MPOIecCaMi HOHHOM
kouBepcun [13]. Anayms cocraBa miasmel B CO; Jasep-
HBIX CMECSIX METONaMH MacC-CIIEKTPOMETPHH MoKasan [4],
YTO B ()OPMHUPOBAHUH MOHHOI KOMITIOHEHTHI OOJIBIIYIO POJIb
UTPalOT MaJjble MPIMecH. B 9acTHOCTH, MOHHBIN COCTaB Cy-
[ICCTBEHHBIM 00pa30M ONpEeIseTCss KACIOPOIOM, Mapamu
BOJIBI M OKHCJIAMH a30Ta.

B GospinHCTBE OIMyOJIMKOBAaHHBIX PabOT MpH 0OCYKrie-
HHUU Pa3/INYHBIX ACIICKTOB BJIUSIHKS JOOABOK Ha XapaKTepH-
CTHKH paspsiia MPUBOIATCS OTHEJIbHBIC Pe3YJIbTaThl, MOITY-
YEeHHBIC TIPH HECOTMOCTAaBUMBIX Pa3psiIHBIX ycsioBusx. Omy-
OJINKOBAaHHBIX PE3YJIbTATOB HEIOCTATOYHO IJISi TIOHMMAHUS
CTETICHY BJIASTHUS TPUMECEii Ha XapaKTEPUCTUKH U YCTONIH-
BOCTb pa3psiia, yCHICHUEe aKTUBHOI cpemsl jasepa [6]. Us-
3a CJIOKHOTO COCTaBa IUTa3MEl, OOJIBINOrO WHCIIa PeaKIuil
MEXIy e¢ KOMIIOHEHTaMH IIPH HEeOCTATOYHOM OObeMe HH-
(opMaImy 0 CKOPOCTSIX PEaKIHil BOIPOCH O MeXaHH3Max
BJIMSTHHSL TIpFIMECE Ha XapaKTepHCTHKU pas3psifia OCTaIoTCs
IO KOHIIa HepEIICHHBIMIL

Lenpro naHHON pabOTHl SIBJIIETCSA SKCIEPHUMEHTAIBHOE
U YHCJIICHHOE HCCJICNOBAHUE XapaKTCPHUCTHK HECaMOCTO-
ATEJIBHOTO pas3psifia aTMOC(EpPHOro JMaBJIICHHSI B CMeECH
CO;:N;:He ¢ mpumecsimu O, u HpO. OcHoBHOe BHU-
MaHHE YHEJISAeTCs YUCJICHHOMY aHaJIM3y BJIUSHUS IPHMECH
KUCJIOpOIa Ha XapakTep MOHHO-MOJICKYJISIPHBIX MPOIIECCOB,
OIpeNesISIOIX HOHHBIA COCTaB IUIa3Mbl paspszia U ee Mmpo-
BOIMMOCTb.
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OnucaHue 9KCnepuMeHTa

OKCIepUMEHTHl NPOBOJUINCh Ha YCTAHOBKE, OIMMCAHHOM
B [14,15], mo3Bossifoeit Bo30yKaaTh 3JICKTPOHMOHN3AIMOH-
HBIM criocobom 1o 101 paboueit razoBoit cMecn. Mornzarust
rasa OCyIIECTBIISJIACH C IOMOIIBIO JIEKTPOHHOI'O YCKOPHTE-
JIl C TEPMOSMHCCHOHHBIM MPSIMOKAIBHBIM KaTomoM. [lydok
BBIBOAMJICA B Pa3psHBIA MPOMEXKYTOK BhICOTOI 10cm ue-
pe3 pasnenuTesnbHyo ¢osbry TonmmHoil 40 pm. Cedenue
nmydka cocTasisio 10 x 100 cm, a sHeprus OBICTPBIX JICK-
TPOHOB Ha BXOZI€ B pa3psAmHbIi mpomexyTok — 180keV.
PerymmpoBka HakaJia IO3BOJIMIIA TUIABHO MEHSTD TUIOTHOCTD
Toka Tydka oT 5 go 70mA/cm?.  IluTaHue OCHOBHOTO
paspsza OcCyIecTBJIsUIOCh OT JABOIHON (hopMupyromeil -
HHY, TO3BOJIAIOIIEH MOfaBaTh HA Pa3pSOHBIA IPOMENKYTOK
UMITYJIbC C MIEPEMEHHON JUIUTEIbHOCTRIO OT 5 10 30 um un
YHETIBHEIM 3HeproBkjagoM g0 250J/1. OObeMHbI pa3psn
co3/aBajICcs B CMECH MOJICKYJISIPHBIX Ta30B ¢ COOTHOLICHHEM
CO;2:Ny:He=1:2:3. B xozme aKcrepuMeHTa U3MEPsUIUCh
HaIpsKEHUE U TOK OCHOBHOI'O Paspsia, a TakXkKe TOK 3JIeK-
TPOHHOTO Tydka. HampspkeHne H3Mepsioch Pe3UCTHUBHO-
E€MKOCTHBIM JICIUTEJIEM, TOK — T0sicoM Porosckoro.

Hna onpenenenust KoHueHTparmu mpumeceit Op, H,O
B paboueil cMecH HCIOJIb30BAINCh CEPHIHO BBITyCKacMble
puOOpEL: aHanmM3aTop Kucsopona ~PIoopUT” M KyJIOHOB-
CKHIl M3MEpHTesb BJIAXHOCTH ra3oB “baiikan”. OTHOCH-
TeJIbHasl TIOTPEIIHOCTh U3MEPEHUs IJIs1 KOHIEHTpaluy MpHU-
Meceil B nuamasoHe oT 10 go 1000 ppm cocraBifeT He
6omee 5%.

Maremartuyeckas mogenb pa3paga

MaremaTrueckast MOJIE/Ib MPOIECCOB MIA3MOXHUMHUYECKOM
M 3apsIOBON KMHETHKA HECaAMOCTOSITEJIbHOTO pa3psia B
nazeproit cmecu CO; : N, : He noapo6Ho onucana B [15,16].
Bcero B monenu yuuthiBasioch ~ 300 peakiuit 11 67 KoM-
nonenToB Tiasms: € CO,, N, He, O, H,O, COJ, NJ,
He®, OH, H-, O, O, CO, O5, N(A’SH), Np(a'lxy),
N>(v), N, NO, H, O;, H,0", C, NO*, CO*, N*, O,
H,, HO,, NO,, O3, Oz(lAg), 05, N>O, NO;, C*, H;0™,
HeJ, N7, CQOI, Co;, CO;, Of, H', OHT, N, (CIL,),
NQ(BSHQ), N,O", Hy, NOs, NO;, NH", N,H*, COHT,
O3 - H,0, H3+, NI, NO* - NO, H;0* - H,0, NO* - H,0,
NO; - H,O, OH~, CO3 - H,O, HNO, HOZ, H;OT - OH.

Unenrudukarop N (V) npencraisieT CyMMapHbIii pesep-
Byap KoJIeOaTeJIbHOU SHEPrHy MOJICKYJIBI a30Ta, Onpenes-
IOINI yJacTre KoyieOaTesIbHbIX MPOIECCOB BO B3aMMOJICH-
CTBHH C TIPOLIECCAMH AJICKTPOHHOTO BO3OYKICHUS MOJICKY-
JIbI a30Ta, XAMIYECKOit 1 3apsinoBoii kuretuku [17]. Crmcok
KOMIIOHCHTOB M PECaKIHii, yIATHIBACMBIX B MomeH, (op-
MHpPYETCS B aBTOMaTHYCCKOM DPEXUME, 00eCIeunBaionieM
BBIYMCJICHHE NIPABBIX YacTell ypaBHEHMI OataHca MIa3MOXHy-
MHUYeCKOi KUHEeTHKHA. OH ONpeNesiseTcsi UCXOTHBIM COCTABOM
ra30BOil CMeCH ¢ JOOaBJICHAEM HOBBIX IPONYKTOB PEaKIIHUiA,
BKJIIOYaeMbIX B Mozenb [16].  VoHusaumst HeiTpagbHBIX
KOMITOHEHTOB Tu1a3mbl paspsma CO,, Ny, He, O,, H,O,

CO, O, N 2JIeKTpOHHBIM IYYKOM B MOJEIM MpEICTaBJICHA
MOHOMOJICKYJIIPHBIMA PEaKIUsIMU THIIA

CO, — COf +e. (1)

KoHcTaHTOll 3THX peakIMil CIIy’KUT 4YacTOTa BHENIHEH
HMOHM3ALUN Vj, KOTOpasi BHIOMpasach TaKuM oOpa3oM, UTO-
Obl 00ECIEYNTh COOTBETCTBUEC PACYCTHOW KOHIICHTPAIUH
HJICKTPOHOB M IOJyYCHHON Ha OCHOBE JKCIICPUMEHTATBHO
MU3MEPEHHOTO COMPOTHUBJICHUS Pa3psiia C YYETOM pPeasbHOU
TEOMETPHUH Pa3psiTHOrO MPOMeKyTKa. OIEHKN TAIOT BEJTIH-
Hy ylIe/IbHO# mposogumMoctr ~ 0.05 Q2! - m~!, koHuentpa-
MM 3JIEKTPOHOB Ne =~ 2 - 102 cm™3, wacToTsl HMoHM3aIMH
vi =~ 0.09s7!. VBenmuenne 4acToThl BHEIIHEH HOHW3AIN
B MOJETM B fiBa pasa Mo cpaBHeHMio ¢ [15] o0ycioBieHo
YBEJIMICHAECM YHCJIAa YINUTHIBACMBIX B TAaHHOM MOMIENH IPO-
LIECCOB PEKOMOWHAIIUN.

DKCMEePUMEHTAIIBHO KOHTPOJIpYyeMasi BEJIMYMHA Harpsi-
eHus1 Ha asektponax U (t), samepikka MexIy BpeMeHeM
BKJTIOYCHHUST SJICKTPOHHOM IMYIIKH U HAYaJIOM MMITYJIbca Ha-
NPSDKCHHsI, YaCTOTa BHEINHEH MOHHM3AIUK Vj, TEMIepaTypa
rasa Ty SBJISIOTCA IApaMETPaMH MONEJIM M OIIPEMesISIOT
BHEIIHUE YCJIOBHs 3amadn. HavanpHele yCIIOBHSI 3aqaloTCst
HUCXOIHBIM cocTaBoM razoBoit cMec CO,:No:He=1:2:3¢
no6asneaneM 0.005-0.25% O, u 0.005% H,O, obpraHO npH-
CYTCTBYIOIIMX B Ia30BOM CMECH, UCIIOIb3YEMOU B Ka4eCTBE
paboueii cpensr CO; nasepos. CpeHss IIOTHOCTD IIOJHOTO
ToKa jo(t) 1 cpelHsAs HANPSKEHHOCTD JIEKTPHYECKOTO TS
E(t), ucnosp3yemMasi B MOIENM [UIsi pacyera CKOPOCTHBIX
K03 (ULMEHTOB peakuuil ¢ y4yacTHeM 3JIEKTPOHOB, OIpe-
JESUTACh MCXOIS W3 W3MEPCHH MMITyJIbca TOKa, Harpsi-
JKEHUsI M OCHOBHBIX DPasMepOB Pa3spsIHOTO IMPOMEXKYTKA
jot) = Ip(t)/S E(t) = U(t)/h, tne S — momann
MOMIEPEYHOT0 CeUCHUs paspsiga; h — paccTosiHEe MEXTy
SJICKTPOIAMH.

JIJisT  KOHCTaHT CKOPOCTH ILUIa3MOXMMHYECKHX —Peak-
il MKy KOMIIOHEHTAMH IUIA3MBl HUCIIOIB30BAJIMCH TaH-
ubie [3,13,18-31]. Ceuenus nonusaimu mosekyn CO,, He,
N, O;, CO, Hy, NO 27eKTpOHHBIM YIapOM U AWCCOIIU-
aTMBHOTO Tpuimmnanusi K Mmonekyiam O,, H,O, CO, NO,
CO;, N;O, ceueHusi Bo30YKIE€HHUsT METaCTaOMIBHBIX YPOB-
ueit asora Np(A’S}), No(2'!'S]) Baarer ms [21-24, 26].
Cevenns npsimoit nonmsarmu aromoB H, N, O, C u cry-
MEHYATOl MOHM3AIMK ¢ MeTacTabmIbHEIX ypoBHed Np, He
paccunThiBaich mo (opmyrne Tomcona [25]. B momemu
WCTIOJTb30BAJIMCh 3aBUCHMOCTH KO3((HINEHTOB IHCCOIHA-
THBHO# pekombunammu nonos O5 , N, C,0;, OF, H,O™,
H;07", NJ, N;OT or temmepaTypbl 3J1eKTpPOHOB, TIpeficTa-
BieHHble B [25,28]. Bcero yumteiBanioch 30 mporeccos,
CKOPOCTH KOTOPBIX 3aBUCST OT BEJMYHMHBI HAMPSHKCHHOCTH
MOJISE B pas3psiic U TEMIIEPATYphbl 3JICKTPOHOB. B cooTBeT-
ctBuH ¢ [13,28] GbUTO NPHUHATO, YTO MJI HOHHBIX KJIaCTEPOB
H;0"-H,0, O3 -H,0, H;0" - OH cropocT pexoMOrHaImu
OT TEeMIIePATYPHI AJIEKTPOHOB HE 3aBUCST U UMEIOT 3HAYCHHS
~107%cm? - s7!. TIpomecch ¢ ydacTHeM 3JEKTPOHHBIX
ypoBHeii Mosiekyr azota Ny (A3XH), Na(a'137), No(CPILL),
N,(B*Ily) Gbum mpencrasiensl HabopoM peaxumit [29,30].
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Ceuenne mporiecca Bo30yKIeHNsI KojieOaTeIbHBIX YPOBHEN
Nz (v) Obuto B3ATO W3 [26]. [l1a mpolecca perakcalyu
SHEPIuM KoseOaHuii, IpeCTaBJICHHOIO0 MOHOMOJIEKYJIIPHOH
peakuuein

Nz(V) — Ny (2)

Hamu GbUT 3a71aH Koadduiment ~ 10 s~!. OcHoBHOE BHU-
MaHHe MpH pa3paboTKe MOMAETH OBUIO yHEJICHO OMHCAHHIO
MPOIIECCOB XMMUIECKOM U 3apsiTOBON KHHETHKH, TIONPOOHOE
paccMOTpPEHHE MPOIIECCOB C yIaCTHEM KoJsleOaTeTbHbIX YPOB-
Heil MOJIEKYJI BBIXOUT 32 PaMKH JaHHOH padOTHL

Cucrema muddepeHmaIbHbIX ypaBHEHUH OastaHca 1T
KOMITOHEHTOB IUIa3MBl pemaiach MetonoM I'mpa. Kak noka-
3aJIM OLICHKH, HCTIOJIb3yEeMBIif HAMU METOJI MaTeMaTHIECKOTO
MOJIEJIMPOBAaHNUsA MPOLECCOB IUIa3MOXUMHUYECKOH U 3apsio-
BOI KHHETHKHU OOECIIeYnBaeT B IPOIIecce cueTa 0aaHC KOH-
HEHTpaIii 3apsHKSHHBIX YaCTUI] C OTHOCUTEJIBHON OIIAOKO
He Gomee 1074, a syeMeHTHBI COCTaB IUIA3MBI COTJIACYET-
csl CO CTEXMOMETPUYECKHMH KOA(p(UIMEHTaMI HCXOTHOTO
XUMHYECKOTO COCTaBa Ia30BOH CMECH C OTHOCUTEJBHOM
norpemHocTsio ~ 1072 [32].

O6cyxaeHne pe3ynbTaToB

Ha puc. 1 mpuBeneHsl SKkcriepuMeHTaIbHbIC 3aBUCHMOCTH
CpeHell HapsDKEHHOCTH 110151 (KpuBast /), TJIOTHOCTh TOKa
(kpuBasi 2) W pacdyeTHasl 3aBHCHMOCTb IUIOTHOCTH TOKa
(kpuBast 3) paspsima OT BpeMeHH. J[JIMTEIbHOCTD MMITYJIbCa
Hakayku 1o ypoBHIo 0.7 cocraBiser 25 us. Ilpu muotHOCTH
3JIEKTPOHHOTO My4ka 22 mA/cm? cpelHsisi HaNpPSKEHHOCTh
HoJIi B paspsAfHOM HPOMEXKyTKe cocTaBisia 3.5kV/cm,
a WIOTHOCTb Toka 1.4 A/cm?.  @opma wuMmy/Ibca TOKa
3JIEKTPOHHOIO IyYKa IIPEACTaBjIsgeT co0OH Tpamenuio ¢
IUTUTESIbHOCTBIO 110 OCHOBaHMIO Ha 8 148 OOJIbllle MMITYJIbCa
HalpsOKEHUST W TOKa OCHOBHOTO paspsna. nmrerabHocTb
HepefHero U 3aJHero (poHTa MMITYJIbCa COCTABJISAET Be-
JmarHy S ps.  Ilpum 3TOM CKOpPOCTb MOHM3aLUU MOJICKYJI
rasa JICKTPOHHBIM ITy4KOM JIMHEHHO HapacTaeT IpH YBe-
JIMYCHNU TiepenHero GpoHTa MMITyJIbca U JIMHEHHO YOBIBaeT
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Puc. 1. DkcniepuMeHTasIbHEIC U pacdeTHbIC 3aBHCHMOCTH HaIpsi-
YKEHHOCTH 3JIEKTPUYECKOro IOJIA U IUIOTHOCTH TOKa B pa3psie OT
BpPEMEHN.
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Puc. 2. DkcnepumeHTabHast ¥ pacueTHAsl 3aBUCHMOCTH XapaKTe-
PHCTHK paspsiia OT KOHIICHTpPALMK KACI0posia. /A — 3KCIICPUMEHT,
0 — pacuer.

MpU 3aTyXxaHWW 3a1Hero ¢poHTa. B pacderax ckopocTb
HMOHU3ALUN Ta30BOM CMECH 3JIEKTPOHHBIM ITyYKOM OCTaeTCs
TIOCTOSIHHOM B TEYEHHME BCEH UIMTESIbHOCTU paspsija. JTo
00CTOSITEITLCTBO OOBSICHACT PA3JINUUS IKCIEPUMEHTAITHLHO-
O M PacuyeTHOrO0 MMIIYJIbCOB TOKa Ha IepemHeM (hpoHTe.
IIoka ckopocTb BHEIIHEW MOHM3ALMU HE JOCTHTAE€T CBOErO
MaKCHUMyMa, BEJIMYMHA SKCHEPUMEHTAIILHOIO TOKAa 3aMETHO
MEHbIIIE BEJIMYMHBI pacyeTHoro Toka. Hebonpmue pasmuaus
HaOJTIoaloTCs TaKXKe Ha KBAa3WCTAlMOHAPHOM YYacTKe pas-
psma. OTo MOXKET OBITh BBI3BAHO TEM, YTO CHIDKCHHUE HATIpSI-
YKEHHS Ha 3TOM YYacCTKe IPUBOAUT K YMEHBIICHUIO SHEPIUU
3JIEKTPOHOB ITy4YKa M, CJIEOBATEJIbHO, CKOPOCTU BHEIIHEH
voHm3armu [33]. B Momesnn mpu MOCTOSIHHOM CKOPOCTH
BHEIIHEH MOHM3ALMU KOHLICHTPpALMs JIEKTPOHOB HAapacTaer,
YTO NMPHUBOIANUT MPH HEOOJIBIIOM CHIKEHUH HAIPSHKEHHOCTH
IoJiA B paspsAfe K POCTy TOKA IO CPAaBHEHHIO C IKCIEpU-
MEHTAJIBHOH BeJIMYMHOM TOKa. Ha 0CHOBaHMM IPOBEIEHHOTO
CpaBHEHHUSI PACYCTHHIX M IKCIECPUMEHTAJIbHBIX BPEMEHHBIX
3aBUCUMOCTE TOKa OT BPEMEHHU MOYKHO CHEJIaTh BBIBOL, YTO
B LIEJIOM MOJEJIb YAOBJIETBOPUTEIIBHO OIUCHIBAET KMHETUKY
MIPOLIECCOB € YYaCTHEM JIEKTPOHOB, ONPEAEIIAIOIINX IIPOBO-
JUMOCTb IJIa3MBl pa3psa.

B npoBeneHHBIX 3KCIIEpUMEHTaX KOHLEHTPAIMs KHUCJIOPO-
Jla B MCXOOHOM ra30BOM CMeCU M3MEHSJIACh B IIpefesiax OT
0.0024 no 0.25%. Ilpu 3TOM CONpOTUBIICHHE pa3psna Mpu
IIOCTOSIHHOM CKOPOCTU BHEIIHCH MOHM3ALMU U YBEIUYCHUU
KOHLICHTPALUK KHCJIOPOfia BO3PACTAJIO B CPETHEM HA BeEJIU-
yuHy ~ 40%. B cTaroHapHBIX YCIOBHUSAX HECAMOCTOSATEIb-
HOT'O pa3psa BBHIIOJIHAETCS YCIIOBUE

TleO/ne:kaNa+krN+_de7 =1,

rame Ny — IUTOTHOCTh HEMTpabHBIX YacTHIl B Tase; Ny —
[UTOTHOCTb 3JIEKTPOOTPHIIATEIIBHBIX MOJIEKYJT; Ng, NT, N~ —
IUTOTHOCTD 3JICKTPOHOB, ITOJIOKUTEIIbHBIX U OTPHULATEIBHBIX
HOHOB COOTBETCTBEHHO; Ka, K, Ky — KoaddunmenTs npum-
TIaHUSI, PEKOMOVMHAIINH W OTJIMIIAaHHUS COOTBETCTBEHHO; V| —
a¢dekTuBHAs YacTOTa TMOEI JIEKTPOHOB B paspsife.
Jlerko moxasaTp, YTO MPOU3BENCHIE TOKA IJICKTPOHHOTO
mydka |, m compoTHuBiieHHs paspsima Ry mpomoprmonass-
HO 3((eKTHBHON YacToTe TMOEIN 3JIEKTPOHOB B paspsizie
bRy ~ viNo/Ne = vj. Ha puc. 2 npuBeneHa 3aBUCUMOCTD
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Ly (n; em )

|
- L g

-8 -7
lg (t,s)

-1 -1 -8

Puc. 3. PacuerHble 3aBHCHMOCTH KOHIIEHTPallM OCHOBHBIX I10JIO-
JKUTEJIbHBIX MOHOB B pa3psAne OT BPEMECHU.

SKCIEPUMEHTAJILHO OMpeeIsieMoit BeJTMUnHb |p,Ry 1 pacuet-
HOU BEJIMYMHBE 3(PEKTUBHOM YaCTOTH TMOEIN 3JICKTPOHOB
1| OT OTHOCHTEJIbHON 0OBEMHON KOHIICHTpAIK KUCJIOpOsia
B HCXOMHOH ra3oBoil cMecu. CoIlocTaBJIEHHE STHX 3aBUCH-
MOCTE# MOKa3bIBaeT, YTO MOJIEJIb IPABUJIBHO MIPEICKA3bIBACT
U3MEHEHHE YCJIOBUII B paspsie, OMpelesionMX MPOLEecChl
3aps/I0BOI KHHETHKH, IPH N3MEHEHNH KOHIIEHTPAIUH KACJI0-
pona.

YucreHHBI aHaN3 TOKa3ajl CJIedyIoHe XapaKTepHBIE
0COOEHHOCTH pa3BUTUSI HECAMOCTOSITEJIBHOIO paspsiia B
cvecn CO;:N;:He ¢ mpumecsmu O, m HyO. 3a Bpems
t < 10° s mPOMCXOTUT KOHBEPCHUsI HOHHOTO COCTaBa, OIpe-
IEJIIEMOr0 MICXOTHBIM COCTaBOM Ta3oBoil cMmecH. Ha a3Toif
HavanbHO# cragmu nonsl COZ, NJ, He' samensiores Bro-
puanbvy nodamu N, C,0;, 00pasylommuMucs B peakimsix

He™+N, — Ny +He, k=1.7-10""cm™ 57! [3], (3)

NJ+2N; = Ny +Np, k=7.2-100" em™.s7" [3], (4)
COJ +2C0; — C,07 + CO,,
k=3.0-10"8cm™®.s71 [3]. (5)

VX KOHLIEHTpaludss K KOHILy MEPBON HAHOCEKYHIBI IO-
Clle Havaja pas3psfa TPEBBINAET CyMMApHYKO KOHIIEHTPa-
M0 TIEPBUYHBIX HOHOB, KOTOpas OCTAETCH CTAIMOHAPHOM
Ha yposHe 108cm™> B Teuemme Bcero Bpemenm paspsina
(puc. 3,a, b). Yepes 10-100 ns 3TOT ypOBEHb KOHIICHTPAIAH
nocruraercs nonamu H;O1 - H,0, N,OF, OF, H,O%, O,
OF - H,0, H;0™ - OH, H;0™, N;r, TIOSIBJICHAE KOTOPBIX

00YCJI0BJIEHO KaK HENOCPEICTBEHHO HOHU3ALUEN JIEKTPOH-
HbIM IyukoM Mosekyn O, H,O, Tak u nemnouxoir MOHHO-
MOJIEKYJIIPHBIX peakiui

He™ + CO, — O" 4+ CO + He,

k=1.2-10"%cm™.s7! [3], (6)
O" + N, + He — N,O™ + He,
k=5.4-107"cm™.s7! [3], (7)
05 + 0, + He — O5 + He,
k=3.1-100¥cm'®.s7! [3], (8)
O; + H,0 — OF - H,0 + O3,
k=1.2-10"%em™ .s7! [3], 9)
O3 + H,0 + He — OF - H,O + He,
k=9.-107"cm™ .57 [13], (10)
05 - H,0 + H,0 — H;0" - OH + O3,
k=1.-10"%cm™ .57 [3], (11)
H,0 + H,O — H;O0" + OH,
=1.0-10"7cm*®.s7! [3], (12)
H;0" + H,O + He — H3;0" - H,O + He,
k=7.-1072cm™ .51 [13]. (13)

N3meHeHne MOHHOrO COCTaBa MPUBOMUT K HM3MEHEHUIO
3¢ dexTUBHOrO ko3¢ puIrieHTa peKOMOMHAINH
k => niki/ > n (n, ki — KoHIeHTpammsi U KO3(-

i i

(uIEeHT PeKOMOMHAIIMKA MOHOB COPTa i COOTBETCTBEHHO)
or Bemmumael 1.7 - 1077cm? - s7! mpu t = 107'%s 1o
1.5-10%cm® - s~ ! mput = 5. - 107 s, uto cooTBeTCTBYET
Havyajly MMIIyJIbCa HANpsHKCHHs, NPUKJIAIbIBAEMOrO K
paspsimHOMYy — TpOMexyTky. C  pocTOM  HalpshKECHHS
pacter  TeMmeparypa 3JICKTPOHOB, 3¢ PeKTUBHBIN
KOS(p(UIMEHT pEeKOMOMHAIMKA HAYAHACT YMEHBIIATHCS
U TP MaKCHMAJIbHOW TemIliepaTrype 3JICKTPOHOB, KOTOpast
B pacCMaTpHBacMOM CJIy4ae COCTaBJIIET  BEJIMYMHY
T =~ 0.7¢V, craHoBuTcs MPUOIMKEHHO PaBHBIM
4-1077cm?® - s7!. Tlpu 3TOM BaXKHBIM OOCTOSITEIHCTBOM
SIBJISICTCSI TO, YTO KOI(D(PUIMEHTH PEKOMOUHAIIMH HOHHBIX
xnacrepos H;O' - H,0, O5 - H,0O, H;0" - OH, npunstsie B
MOJIeJTH, OT TEMIIEPATYpPhl SJICKTPOHOB HE 3aBHUCAT M MMEIOT
sHauenuss ~ 107 %cm?® - s=!.  C pocroM KoHueHTpammm
KHCJIOpPOla B HCXOMHOW TIa30BOM CMECH pacTeT [0
xommiekcHbIx uonos OF - H>O, H;0*1 - OH, O u Bmecte
¢ Hell 3¢ dexTuBHbIN K03 DUIMEHT peKOMOUHAIHL

OTtpuraresbHble HOHBI NIEPBOHAYAIBHO 00pas3yloTes B pe-
aKIUSAX NPIIANAHUS B TPOUHBIX CTOJIKHOBEHHUSIX

0, +e+N; = 405 + N,

k=1.-10""em®-s7" [3], (14)

KypHan TexHuyeckon cousunku, 1998, Tom 68, Ne 5
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0,4+ e+ 0, = +0; + 0y,
k=2.5-10"cm®.s7! [3], (15)
0, + e+ H,0 — +0; + H,0,
k=1.4-107®cm®-s7! [3], (16)
1 nponeccax JUCCONUATUBHOI'O NPUJIMIIAHUS
CO, +e—CO+0~, k=k(E/N), (17)
0,+e—0+0", k=k(E/N). (18)

3aTeM MOHHO-MOJICKYJISIPHbIE ITPOLIECCH

0; +2C0, — CO; + COy,

k=9.0-10" cm®-s~! 3], (19)
O~ +2C0, — CO; + COy,
k=8.0-10"%cm®-s7! [3], (20)
CO; 4+ NO — NOj + COy,
k=9.0-10""2cm®-s7! 3], (21)

HPHUBOIAT K KOHBEPCHH COCTaBa OTPHIATEIBHBIX HOHOB C
npeobaganueM cnoxHeX noHo CO,, CO;, NO,. Ha
puc. 4 BUIHO, YTO IMHAMHKA U3MEHEHHsI KOHIICHTPALIN HO-
HoB O~ u cBsA3anHBIX ¢ HUMH MoHOB CO5 , NO; ompenens-
eTCsl CHJIBHOM 3aBHCHUMOCTBIO KO3((HUITEHTa TUCCOIMATHB-
HOT'O TPHUJIMIAHKA OT NPHUBEICHHON HANPSHKCHHOCTH TOJIS B
paspsine. Koaddurment npunmmanmst 371eKTPOHOB B TPOWHBIX
CTOJIKHOBCHHSIX 3aBHCHUT OT TEMIIEPaTyphl SJICKTPOHOB M
HaNpsHDKEHHOCTH TI0J11 HaMHoro cyabee [25]. Ou Obul mpu-
HAT B HAIUX pacyeTax ITOCTOSHHON BEJIMYMHOW, IOITOMY
M3MCHEHNE KOHLEHTpaIun 1oHoB O M CBA3AHHBIX C HUMU
nonos CO, ompenensieTcs IJIaBHEIM 00pa3oM H3MEHEHHEM
KOHIICHTPAIUH 3JICKTPOHOB.

AHanM3 BKJIAIOB Pas3JIMYHBIX IPOIIECCOB B IPOIECC T'H-
0eJIM AJIEKTPOHOB B HAIIMX SKCICPHMEHTAIBHBIX YCJIOBUSX
(E/N =~ 1.5-1071V . cm?, [0;] = 0.005%) mokasbiBaer,
YTO 107151 PEKOMOWHAIINK COCTaBJIIET ~ 95%, a mpuimmna-
HUA — ~ 5%. YBeimueHne KOHICHTpAIMU KUCJIOpofia B
ucxonnoit cmecu ot 0.005 mo 0.25% BBI3BIBacT yBenuueHHE

7 1 i 1 ] !
-1 10 -9 -8 -77 -6 -§
lg(t,s)

Puc. 4. PacyerHbie 3aBUCUMOCTH KOHIIEHTPAIMU OCHOBHBIX OTpPH-
LaTeJIbHBIX MOHOB B Pa3psie OT BPEMEHU.
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YyacToTHl rubemm aekTpoHoB Ha 40%. Ilpu atom cymmap-
HBI KO3((UIMEHT MpUIMIaHus Bo3pacTaeT B 2 pasa. DTo
obecrieunBaeT YBEJIMUYCHNUE YACTOTH THOCIN AJICKTPOHOB Ha
5%. OcraBumecsa 35% pocTa 3TOH 4acTOTHI ONPEAEIAIOTCS
yBenuueHueM 3(p¢ekTuBHOro ko3dduimenTa pekoMOuHa-
min. Hapa6oTka okucs1oB a3oTa 3a BpeMsi ~ 107> s B Hamem
cilyyae gocTuraeT BeJmduHbl ~ 10'2 cm™3, uto He ckasbiBa-
eTCs CYIIECTBEHHBIM 00pa3oM Ha CKOPOCTH IPHJTHIIAHUSL.

TakuM oOpa3oM, yBeJIMUEHHE CONPOTHUBJICHHS pas3psna
C POCTOM KOHLICHTPAIM¥ KUCJIOPOHa IMpU HaIPSHKEHHOCTH
aJleKTpuyecKoro noid ~ 3.5kV/cm MoxkHO 00bACHUTD yCH-
JICHHEM MpPOLECCOB HMOHHOM KOHBEpCHH C 00Opa3oBaHUEM
HOHHBIX KJIACTEPOB, UMEIONIMX II0 CPaBHEHHIO C [pYyIu-
MH TUIIAM{ MOHOB OOJIbIIMI KO3(UIMEHT peKOMOMHALIN.
Curyarus CyIIeCcTBEHHO M3MEHsETCS IpH MOBBIIIEHUH Ha-
npspkeHHocTH nong 1o 4-5kV/em. Poct HampspkeHHOCTH
TI0JIS1 BBI3BIBACT YMEHbIIeHHE 3¢ peKTUBHOro KoahduimeHTa
IVCCOLIMATUBHON DPEKOMOMHALMK BCJICACTBUE YBEJIMYCHUS
TeMIIepaTyphl 2JIEKTPOHOB. A 3KCIOHEHIMAJIbHBIN POCT KO-
9 GULIEHTOB NPUIMIAHUA HPUBOAUT K TOMY, YTO IpU-
JIMMIAHUE CTAHOBUTCS JOMHHHPYIOIIMM IPOLIECCOM, BBI3BI-
BalOWMM THOesb 3J1eKkTpoHoB. Kak mokasano B [15], mpum
IOCTVKCHUH KPATHYECKOH BEJIMYMHBI HAPSHKEHHOCTH TOJIS
E. =~ 4kV/cm B HecaMOCTOATEIbHOM pa3psiic B CMECH
CO;:N;:He pa3BuBaeTcsi HEyCTOWYMBOCTD, IPUBOMSIIAS K
00pa3soBaHMIO HIHYPOB. B mNpemjiokeHHOM MexaHu3Me He-
YCTOMYMBOCTHA OCHOBHYIO POJIb UI'PAIOT HPOLECCH MPHJIHIIA-
HUA 27IeKTPOHOB K MosiekysnaMm CO,, cTynmeH4aToil U acco-
[MATUBHOM NOHU3ALUU C Y4acTHEM MeTacTabMIIbHBIX COCTO-
SHUI MOJIeKyJ a3oTa. [Ipu MocTOSHHON CKOPOCTH BHEIIHEH
HOHM3AIMM KPUTUYECKasl BEJIMYMHA HAIPSIKEHHOCTH IOJIS
OIpeNesIsieTCs] COOTHOIICHNEM IIPOIECCOB PEKOMOMHAIIUK 1
NpWIMIAHus. Pacyer 3Tl BeJIMIMHEL B TMaNa30He YCIIOBUIA,
HeoOxomuMoM i1l 3(p(eKTUBHON PabOTHl FJIEKTPOUOHU3A-
monHoro CO; asepa, TpeOyeT NOIOJHUTEIbHBIX HCCIIe-
JOBaHUH C LIEJIBIO ICTAJILHOTO y4eTa MOHHO-MOJIEKY/IPHBIX
peakuuii ¢ ydyacTheM MaJIbIX NpHMeceil h oOpasylounmxcs
MIPY 3TOM HOHHBIX KJIACTEPOB.

B 3akmoueHne aBTOPHI BEIPAKAIOT —OJIArOTAPHOCTD
N.B. ApkaHoBoii 3a moMolIb B 06paboTKe IKCTIEpUMEHTAIb-
HBIX TaHHBIX.
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