lMucbma B XKT®, 2013, Tom 39, Bbin. 13 12 wrons

03,04
BocnnameHeHne auetTuieHa ¢ noOMoOLbIO
BbICOKOBOJIbTHOIO HAHOCEKYHOHOIro pa3pfaga

© W.H. Kocapes, A.N. lMaxomos, C.B. KuHgeiLuesa,
H.J1. Anexca+Hgpos

MocKoBcKui PU3NKO-TEXHUYECKNI UHCTUTYT, JonronpyaHsbiia
E-mail: nick_aleksandrov@mail.ru

lMoctynuno B Pepakuuio 22 aHBapsA 2013 r.

BrInosiHeHO 3KCIIepUMEHTaIbHOE U TEOPETHYECKOE MCCIICIOBAHUE BOCIUIAMEHEHUS
alleTWICHa MOJ JIeUCTBHEM HU3KOTEMIIEPATYPHONH HEPaBHOBECHOH IIA3Mbl BBICOKO-
BOJIBTHOT'O HaHOCCKYHIHOTO paspsiia. [IpoBeleHBl M3MEpCHUsT BPEMEHU 3a[CPXKKU
BociutameHeHns1 cmeceit C,Hj : O, 3a hpoHTOM OTpaskeHHO# ynapHOU BOJIHBL JKCIIe-
PUMEHTQJIBHO IOKa3aHO, YTO WHULMMPOBAHUE pPaspsifa NMPUBOMUT K 3HAYUTEIILBHOMY
COKpAIICHMIO BPEMEHH 3a[CPXKKH BOCIUIAMEHEHHsA. J¢dekT Oojiee BBIpaKeH IS
OeHBIX CcMeceil. BBHINOJIHEHO YMCIICHHOE MOJIEJIMPOBAaHUE Pa3psANHbIX IIPOLECCOB
U TIPOLIECCOB BOCIUIAMEHEHHs [UI YCJIOBHI 3KcrepuMeHTa. [losryueHo Xxopomiee
COIJIacue MEK/IY pacyeToM M M3MEPCHUSIMU BPEMCHH 3aICPKKU BOCIUIaMEHEeHus1. 113
aHaAJIN3a Pe3YJIbTATOB pacyeTa CJIeyeT, YTO OCHOBHOM MEXaHU3M BO3IEICTBUS HEpaB-
HOBECHOH IUIa3MBl Ha BOCIUIAMEHEHHE CBsI3aH C HApaOOTKOi aTOMOB U PajiMKajioB B
paspsIHON IUIa3Me.

B nocnennee necsitunieTre chopMUPOBATIOCh M MHTEHCUBHO Pa3BUBACTCS
HOBOE HAIpaBJICHHE HAa CTHIKEC XMMUYECKOH KMHETHKH U (DU3UKH HHU3KO-
TEMIICPAaTYPHOIl IIa3MBl — CTUMYJIMPOBAHHOE HEPAaBHOBECHOW IUIA3MOii
BOCIUTAMEHEHHE M TOpPEHHE TOIUIMBHBIX cMeceil [1,2]. DKcrepuMeHTaIbHO
U IIyTeM YHCJICHHOTO MOJICJIMPOBAHMUS ObLJIO MIOKa3aHO, YTO I10[ ACHCTBHEM
HU3KOTEMIIEPAaTypPHOil HEPaBHOBECHOI IUIa3Mbl CYIIECTBEHHO YCKOPSIETCS
BOCIUIAMCHEHHE TOIUTHBa M OHO MOXET IPOMCXOIUTH IPH TeMIleparypax,
3HAYMTEJIbHO MEHBIINX TEMIIEPATyPBl TEPMIYECKOTO CAMOBOCIIJIAMEHCHHUSL.

Panee crumynmMpoBaHHOE IUTa3MOI BOCIIAMEHEHHE HCCJICIOBAJIOCh B
OCHOBHOM JIJISl MOJICKYJISIPHOT'O BOIOPOIa M HACBHIIEHHBIX YTJICBOTOPOIOB OT
CHy4 mo CsHj, [1,2]. B nanHO# paboTe BIEpBbC BBIIOJHCHO HUCCIICIOBAHUE
CTHMYJIMPOBAaHHOTO HEPaBHOBECHOU IJ1a3MOil BOCIUIAMECHEHHsI alleTHJICHa
(CyH,). AueTniieH IMPOKO HMCIIONb3YEeTCS B TEXHUKE B KAYECTBE CHIPBSI IS
OpPraHWYIEeCKOTO0 CHHTE3a W B ra30CBapOYHBIX paboTax. B To ke Bpems oH
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paccMaTpuBaeTCsl B KadeCTBE aJIbTEPHATUBHOTO TOIUIMBA, OOJIamast psiioM
LIEHHBIX Ka4eCTB [0 CPAaBHEHMIO C TPAJULHOHHBIM TOIUIUBOM.

B skcniepuMenTe, BBIITOJTHEHHOM B JaHHOH paboTe, pa3psaHble IPOLECCH
U TIpoliecc BOCIIJIAMEHEHUs! ObUIM pa3fesieHbl BO BpeMeHU. BocruiameHeHue
MIPOUCXONMIIO TIO, ACHCTBUEM XHUMUYECKH AKTUBHBIX YacTHLl, HapaOaTblBae-
MBIX BO BpeMsl BBICOKOBOJIETHOTO HAaHOCEKYHIHOTO paspsiia. I'asoBast cmech
IIPY 9TOM TIPEABAPHUTEIBHO HarpeBalach B YIapHOH TpyOe 3a OTpaXKEHHBIM
(poHTOM yrmapHON BOJIHBL OTO CTaHAAPTHBIA IOAXON NHpPU H3MEPEHHUN
BPEMEHHU 3a[ICPKKH CAMOBOCIUIAMEHEHHS B TOPIOYMX cMmecsx. [ n3yueHus
BJISIHUSI HEPABHOBECHOM IJI1a3Mbl MCIIOJIb30BAJIaCh CIIEIMaIbHAs pa3psaaHas
CEKIWs, YTO IO3BOJISUIO HA OTHOH YCTaHOBKE H3MEPSATh BPEMsl 3alCpiKKA
BOCILJIAMEHEHHS KaK C pas3psiioM, Tak U 0e3 Hero.

Wsyuamnce crexuomerpuyeckue (¢ = 1) u Oemnbie (@ = 0.5) cmecu
C,H,:0,, pas6asiennbie Ha 90% (MONbHAs MOJSI) aproHOM, Ioe @ —
cTexuoMeTprieckuil ko duieHT. ['a3oBas TemmepaTypa 3a OTpakeHHOU
yoapHOil BoJIHOH u3MeHssach B auamasoHe or 1060 mo 1940K mna
camoBocmuiamernenns u ot 1050 no 1330 K mi1s1 BocIszaMeHEeHHs ¢ MOMOIIBIO
paspsna. Jasienne cMecu mpu 3ToM Jiexaiio B auanasone ot 0.57 mo 1 atm.

JeTanbHOE OMUCAHHE SKCIIEPIMEHTAIBHON YCTAHOBKH TIPUBEICHO B [3,4].
Yiaphas Tpyba ¢ mHomepedHbIM cedeHHeM 25 x 25mm? umena paGounit
KaHaJ mmHOM 1.6m. B cTeHKax KaHama, BBHIIOJHCHHBIX W3 HEp)KaBe-
IOIeil CTayi, UMEJMCh [BE Iapbl OKOH JUI1 ONTHYECKON IHAarHOCTHKH.
Tpyba 3axkaHumBasach paspsagHoil cexkumeidl IuMHoi 20 cm, BBIOJHEHHON
U3 TUIEKCHIJIaca M COfIepIKallleil BOCeMb ONTHUYECKHX OKOH M3 KBapla WX
MgF,. B KoHIle pa3psaHOi CEKIMM MOMEIAICS BBICOKOBOJIBTHBIN 3JICKTPOI.
HpyraM 3JIeKTpOIoOM CIIyXWjla 3a3eMJICHHAsl CTajbHasd CEKIHs YIapHOH
TPYyOBL

3a (GpoHTOM OTpa’KeHHON YHApHON BOJHBI AOCTUTAIACh TEMIIEpaTypa,
IOCTaTOYHAsI /ISl CaMOBOCIIJIAMEHEHHUSI CMECH JIaKe B OTCYTCTBHE pa3psna.
Temneparypa u naBjieHHE cMecH 3a (POHTOM OIIPENE/ISVIICh Ha OCHOBE
JAHHBIX 110 HAYAJIBHOMY COCTaBY CMECH, Ha4YaJIbHOMY [IaBJICHHIO U CKOPOCTH
YOApHO# BOJHBL JTa CKOPOCTh M3MEPSIach C IOMOIIBI0 TpPeX JIa3epPHBIX
IIJINPEH-CUCTEM, YCTaHOBJICHHBIX BIOJIb YHapHOW TpyObl. Bpems 3amepikkn
BOCIUIAMEHEHHS ONPENEIISTIOCh KaK HHTEPBAJl MEXIY NUIMPEH-CHTHAJIOM,
COOTBETCTBYIOIIMM IPUXOQYy B AMArHOCTHMYECKOE CEYCHHE OTPaKCHHOU
YOApHOH BOJIHBI, W HayaJoM IIepefHero (ppoHTa H3JIydeHUs Ha JIMHE
BonHbl 431 nm (xemomomuHecueniwmsi pagukana CH). Hawamo ¢ponra
W3JTy9CHHUsI HAaXOAWJIOCh MO TIEPECEUYCHHI0 OCH BPEMEHM C KacaTeIbHOM,
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MPOBEICHHOM K TOYKE HaMOOJBbINEro HAKJIOHAa KPUBOH 3aBUCUMOCTH WHTCH-
CHBHOCTHU U3JIy4YCHHS OT BPEMEHH.

AmnajioruuHele U3MepeHHs ObUIM BBIIOJHEHB W IIPU BOCIUIaMEHEHHU
CMecCH IOCJIe BBICOKOBOJIBTHOTO HAHOCEKYHIHOro paspsna. Paspsan uxuiw-
UPOBAJICS B MOMEHT, KOI[la OTpa)kKeHHas ynapHasi BOJIHA AOCTHraja AUarHo-
CTHYECKOrO ceueHus1. PaspsiHble mapaMeTphbl H3MEpSIIACh C TIOMOLIBIO IBYX
€MKOCTHBIX JaTYMKOB, YCTAHOBJICHHBIX BJIIOJIb Pa3psiTHOTO HMPOMEXKYTKa, H
MarHUTHOTO JaT4yuka. Bce maTymku ObUTM MPOKATMOPOBaHBI U TO3BOJISIIH
HoJTyyaTh AOCONMIOTHBIE 3HA4YCHHMA Ilepelafga HaNpsHKeHUs Ha  3aJlaHHOM
IJIMHE MEXIY €MKOCTHBIMM AaTYMKaMH U PaspsagHOro TOKa. DTH HaHHBIE
UCIIOJIb30BAJIACH JIJISl ONPENEICHHsT SBOIOIUA BO BPEMEHH HPHBEICHHOTO
anekrpraeckoro mossi E/N (N — [UTOTHOCTh HEHTPalbHBIX YaCTHII) U
YACIBHOTO SHEProBKJIafa B paspsi.

TunmdHOoe BpeMst pas3psiia COCTABIISIIO HECKOJIBKO IECATKOB HAHOCEKYHII,
Paspsin pa3BuBasicst OTHOPOIHO MPU PACIIPOCTPAHEHUH BOJIHBI MOHU3AIUH OT
BBICOKOBOJIFTHOT'O 3JICKTPOIa K HHU3KOBOJBGTHOMY [4]. 3a mepBBIM BBICOKO-
BOJIbTHBIM MMITYJIbCOM OOBIYHO CJISHOBAIM OfMH WM [Ba JOIOJIHUTENIbHBIX
UMITYJIbCA, BOSHUKHOBEHHE KOTOPBIX CBSI3aHO C YaCTHYHBIM OTpPaKCHHEM
AJIEKTPOMArHUTHON BOJIHBI OT pa3psiiHOM ceKimu W reHepartopa. [loiHoe
BpeMsi, B TCYCHHE KOTOPOTro HAOJIIONAINCh CO3MAIONINE IUIA3My HMITYJIbCHL,
He IpeBblano 1 4s, 4To 3HAUYUTEIbHO MEHbIIEe BPEMEHH 3aepiKKH BOCILIa-
MEHEHUSL.

CuwipbHOE OTVIMYME BpEMEHH pas3psgHoi (asel OT BpeMeHU 3alepiKKH
BOCIJITAMEHEHHS II03BOJIMJIO TEOPETUYECKOE PACCMOTPEHUE BECTH OTHEJIBHO
WISl KaKmoid U3 3Tux (as. B paspsaHoii dase Ha 0OCHOBE YMCIICHHOTO pelre-
HUSl ypaBHCHHMII OajiaHCa aKTHBHBIX YaCTHI[ OIPENEIISIOCh UX KOJIMYECTBO,
HapaOOTaHHOE B pa3psifie, U ero nocyiecsedeHur. [1pu MonesmmpoBanuy (asbl
BOCIJIaMEHEHHS YUCJICHHO PellayIich YpaBHEHUs OanaHca Ul HeHTpabHbIX
XUMUYECKAX KOMIIOHEHTOB COBMECTHO C YPaBHEHUEM COXPaHEHUsS SHEPruu,
OIMCBHIBAIOIIMM M3MEHEHHE BO BPEeMEHM 'a30BOi TeMIepaTyphl IpH pa3BH-
TUH LEMHbIX PeaKluii, IPUBOISIINX K BOCIUIAMCHEHHUIO.

HarpeBoMm rasza mpu pasBUTHH pas3psiia © B €ro IOCJIECBEYCHHU IIpe-
HeOperasiock. OIEHKN MOKa3bIBaIOT, 9TO 3TOT 3(PdEeKT B paccMaTphBaeMBbIX
yeoBusix Mail [lpu MonenmpoBaHuM paspsiqHON (has3bl YUUTHIBAJach Hapa-
060TKa 2JIEKTPOHHO-BO30YKIEHHBIX aToMOB Ar u Mosiekya O, atomoB O,
H u C, pamukanoB OH, C;H, u CH, 31eKTpOHOB M IOJIOKUTEIBHBIX
noHos 07, Ar*, C,H;, C,H" 1 CJ. OcHOBHOE BHEMaHHE yIEJISUIOCh IUCCO-
Uanuu Mojiekynl. I1oaroMy He paccMaTprBaiach KHHETHKa KOIeOaTeIbHO-

4* Tucbma B XKTD, 2013, Tom 39, Bbin. 13



52 W.H. Kocapes, A.U. lNaxomos...

BO30YKIECHHBIX MOJICKYJI M CHHIVICTHBIX cocTosiHni O,, KOTOpBIE B paccMaT-
pUBacMBIX YCJIOBUSIX HE WIPalOT 3aMETHON PoJId B HapabOTKE aTOMOB H
PajIUKaJIOB.

AXTHBHBIC YaCTHIIBI HapaOaTHIBAIOTCS B BBHICOKOBOJIBTHOM HAHOCEKYHI-
HOM paspsiic MpU JUCCOLMAINM, BO3OYXKICHHA W HMOHU3AIMH aTOMOB H
MoJteKys. KOHCTaHTBl CKOPOCTH 3TUX INPOLIECCOB ONPENEsIAIOTCS COCTABOM
cMmecu u napameTpoM E/N, KOTOpbIil MeHsICS BO BpeMEHH IIpU Pa3BUTUH
paspsna. Tunmaaeie 3HaveHns E /N, mpi KOTOPBEIX 0CYIIECTBITAICS OCHOBHOM
sHeproBruIa, jexanmn B auanaszone 100—200Td, rme 1 Td = 1017V . cm?
3Ha4YeHNsT KOHCTaHT CKOPOCTH 3JICKTPOHHBIX IPOIECCOB HAXOMWINCh W3
YUCJICHHOTO pelleHus ypaBHeHus1 bosibiiMaHa 1 3JIeKTPOHOB B U3BECTHOM
ABYXWICHHOM NPHUOJIMKeHNU. PacueTsl BEIIOMHAIMCH U1 KQKIOI0 MOMEHTa
BpEeMEHHU BO BpeMs pa3psaHoi ¢aspl; mpu 3ToM 3HaueHusa E/N Opamuch
U3 MPSMBIX U3MEPEHNI I BOCCTAHABJIMBAJIMCH M3 U3MEPCHUI PaspsyIHOTO
Toka. Il cedeHMil paccesiHWSI JICKTPOHOB Ha HEUTpPAJIbHBIX YacTUIAX
UCIIOJIb30BAJICh UMeIoLuecs B JIMTEpaType CaMOCOIJIaCOBaHHbIE HaOOPHL,
KOTOpbIe IO3BOJIAIOT IOJIYYMTh XOpOIIee COIVIacHe MEXIy pacueTaMd H
U3MEPEHUAMHI 3JICKTPOHHBIX TPAHCIOPTHBIX KOI(G(UIMEHTOB M KOHCTAHT
CKOPOCTH MOHM3ALNH B YMCTHIX Ta3aX IpH KOMHATHOM Ta30BOI TeMIeparType.

Pacyersl mokasajm, 4TO K MOMEHTY BpeMeHH ~ 1 us MOC/Ie OKOHYaHUS
pa3psiia OCHOBHOIl COCTaB aKTUBHBIX YaCTHUIl ONpENesyics HeBO3OYKICH-
HBIMH aTOMaMH U pajukajaMi. VX IUIOTHOCTH HCIIOJIb30BAJIUCh B KaueCTBE
BXOIHBIX JaHHBIX ITPH MOJEJIMPOBAHIN CTA/INH BOCIJIAMECHEHHUS. DTO MOJICIIHU-
pOBaHNE OCYHIECTBIISUIOCHh HA OCHOBE KMHETHYECKOI CXeMBI, pa3paboTaHHOI
B [5] misi Tepmmdeckoro BoCIUTaMeHeHHst yriieBomopomoB. OHa BKIIOYaeT
0K0J10 560 KOMIOHEHTOB M OKOJI0 2550 XMMUYECKHUX peakiyil U MO3BOJIIET
OIICBHIBATh BOCIUIAMEHEHHE IPOCTHIX YIJIEBOLOPONOB B [MAaIla30HE TeMIIe-
paryp 1000—2000 K. MonennpoBanue BOCIUTAaMEHEHHS BHIIOJIHSJIOCH TIPH
(pMKCMPOBaHHOM J1aBJICHNH. Bpemsi BocIslaMEHEHHsI B pacdyeTax olperie-
JISIJIOCh KaK MHTEPBaJl BPEMECHH MExIy oOpa3soBaHHEM aKTHUBHBIX YaCTHUII
B paspsne U HauvajioM 3¢¢exTuBHON Hapa®otku panukaioB CH B ¢ase
BOCIJITAMEHEHHUSI.

Ha puc. 1 mpuBeneHo cpaBHEHHE BBIYHCICHHOI'O M M3MEPEHHOTO Bpe-
MEHH 3aJePXKKH BOCIUIAMEHEHHsI TIOCJIe BBICOKOBOJIBTHOIO HaHOCCKYHTHOTO
paspsiga B crexuomerpraeckoii cmecn CoHy 1 02:Ar=29:71:900 (p = 1) u
6enHoit cmecn CoHy:0,:Ar=17:83:900 (@ = 0.5). Tam e 1uis cpaBHe-
HHS IPUBEEHBl M3MEPEHUs] BPEMEHHM CaMOBOCIUIAMEHEHHS B 3TOH CMECH.
[lonydueHHble NaHHBIC IUIT CAaMOBOCIUIAMEHCHHsI HAXONATCS B XOPOIIEM
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Puc. 1. TemreparypHasi 3aBUCHUMOCTh BPEMEHH 3a[ICP)KKK BOCIUIAMCHEHHSI B CMECU
C3H; : O3, pasbasnenHoit Ha 90% apronom: a — @ = 1; b — ¢ = 0.5. KBagparsr —
TEPMHUYECKOE CAMOBOCIUIAMCHEHME, KPY)KKH — BOCIUIAMECHEHHE IIOCJIe paspsaa.
3akpanieHHbIe CHMBOJIBI — JKCIICPHMEHT, MOJIble CUMBOJIBI — PacyerT.
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Mole fraction

Puc. 2. [lunamrika n3MeHEHHs] MOJIBHBIX [0JIEH OCHOBHBIX KOMIIOHEHTOB B CTEXHO-
metpraeckoit cmecn CoHj : O,, pasbasnenHoit Ha 90% aproHom, Ipy ee BocCIUIaMe-
HEHHH I0cIIe paspsia mpu HavasibHoit Temneparype 1130K n maBiennu 0.91 atm.

COIJIACHM C APYTMMH M3MEPEHUSIMU 3TOH BEJIMYMHBI Ha yHApHBIX TpybOax B
OJIM3KHX yCJIOBUSIX. MI3MepeHus U pacueTsl 171 CTUMYJIMPOBAHHOTO IUIa3MOii
BOCIIAMEHEHHSI alleTHUJICHA BBIIIOJIHEHHI BIICPBBIC.

Hab:monaercst xopolee coryiacue MEXIy pacueToM U U3MEPEHUsIMU Bpe-
MEHH 3a[ep)KKU BOCIIJIaMEHEeHus mocjie paspsna. [loyueHHble pe3ysbTaThl
CBHICTEJIbCTBYIOT O 3aMETHOM YCKOPEHHM BOCIUIAMEHEHHs alleTUJIeHa I10f
OCUCTBHEM HEPABHOBECHOH paspsimHOM IUIa3Mbl. DTOT 3(¢dekT ocobeHHO
BBIp&)KEH Il OCMHBIX CMeceil, IMle COKpalleHHe BPEMEHH 3aJCpiKKH BOC-
IUTAMCHEHUs] TIpH HapabOTKe aKTUBHBIX YACTHI] B IUIa3ME IO CPaBHCHHUIO
C CaMOBOCIUITAMEHEHHEM AOCTUraeT LIeCTU pa3. DTO OCOOEHHO BaXKHO [UIf
HPaKTUKY, TIOCKOJIbKY OJHUM U3 NEPCIEKTHBHBIX HAIPaBJICHUH yBEMYCHHS
3 }HEeKTUBHOCTH SHEPreTUYECKUX CHCTEM M CHIDKEHHUS BPEIHBIX BHIOPOCOB
SIBJISICTCS] OPTaHU3aLlUs TOPEHNS TIPH MCIOJIb30BAHNH OCIHBIX CMECEH.
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AHanm3 pes3yJbTaTOB pacyera II03BOJIICT ONPENEIUTb OCHOBHBIC Me-
XaHU3MBI, JIeXale B OcHOBe 3(eKTa YCKOPEHHS BOCIUIAMEHEHUS II0f
HeiiCTBIEM HEPaBHOBECHOM IJIa3MBL Tak, U3 pacyeToB CJICAyeT, YTO OCHOB-
HYIO POJIb B YCKOPEHMHU BOCIIJITAMEHEHUS alleTUJIeHa UrpaloT HapaOOTaHHBIC
B paspspe atomel O mw H m pamukamer C,H. Ha Bpemenax menee 1us
onn mpespamaiorca B CO, OH, H, n npyrme KOMIOHEHTHI, CTUMYJIHPYS
JajbHelilllee pa3sBUTUE IEMHBIX pPEaKkUUid W MPUBOAA K BOCIJIAMEHEHUIO
cmecH (puc. 2).

TakuM 00pa3oM, 3KCIEPUMEHTAJIbHO M TEOPETHYECKH HCCIIEOBAHO
BJIMSTHAC BBICOKOBOJIFTHOT'O HAHOCEKYHIHOTO paspsiia Ha BOCIUIAMECHCHHE
alleTHJICHA U TIOKa3aHo, YTO HapaboTKa aTOMOB M PaJHKaJOB B HEpaBHOBEC-
HOIl pa3psiiHOil IUIa3Me MOXKET MPHBOIUTH K CYHNICCTBEHHOMY YCKOPCHHIO
BOCILJITaMEHEHHUSI.

PaGora BbIIOJIHEHA NPU YaCTHYHON Moanepxkke MunucrepcrBa obpaso-
BaHus 1 Haykn P® (konrpaxtst No 11.519.11.6011 u 14.A18.21.0146).
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