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KuHeTuka cBo6oaHbIx pagukanoB B nna3sme
MCKPOBOroO pa3paga B MeTaHe

© A.B. Kupukos, B.B. Pbixos, A.U. CycrioB
WHCTUTYT cunbHoTouHOM anekTpoHuku CO PAH, Tomck
lMoctynuno B Pepakuyuio 3 nioHs 1999 r.

Ha ocHOBe 4HMCJIEHHOrO MOJEJIMPOBAHMS NPOBEICH aHAIN3 KUHETUKH PEaKIMi
B IJa3Me HMCKPOBOIO paspsga B MeTaHe IPH aTMOC(HEPHOM [aBJIECHHH C YYETOM
ra30[JMHAMMYECKOTO PacIIMpeHusi KaHasa. VccienoBaHel Ipoueccsl 00pa3oBaHus U
rubesn CHy-pagukajioB ¥ OIpeNeseHBl YCJIOBHS, NP KOTOPBIX MOCTHTaeTCsd MX
MaKCHMaJIbHas KoHIeHTpauus. [lorydeHnble pe3ynbTaThl IPEICTaB/IAI0T HHTEPEC IS
IUTA3MOXUMHUYECKHUX TEXHOJIOTHII IepepaboTKu MPUPOIHOTO rasa.

HccrienoBanne mpoleccoB pas3yioxKeHHsI MeTaHa B ra30paspsmgHoi Iias-
ME THPEICTaBIIACT MHTEPEC VIS CO3MaHWs HOBBIX TEXHOJIOTWH YTHIIN3aIlN
IPHUPORHOTO Tas3a. B 4acTHOCTH, MCIONIb30BaHKE ILTA3MBI TA30BOTO paspsiia
JISKAT B OCHOBE IUIA3MOXHMIYECKAX TEXHOJIOTMI CHHTE3a aleTIIeHa, Mo-
JIy4eHHs] TOJIMMEPHBIX M aJMa30INONOOHBIX MOKPHITHN Ha MOBEPXHOCTU M3
pasMyHBIX MaTepranoB. OOHMM M3 BaKHBIX aCHEKTOB 3TUX TEXHOJIOTHUI
ABJIIETCSL BOIPOC O IMOJIYYCHHM IUIA3Mbl C BBICOKOH CTENEHBIO OHCCOLMA-
v CHy.

B Hacrosimee BpeMs MMEIOTCS SKCHEPUMEHTAIBHBIC M TCOPCTHUCCKIE
paboTHl 10 WCCIICHOBaHMIO KWHETHKM pasiokeHms CHy B myrosom, Oa-
peepHOM, KopoHHOM, BY- m CBY-paspsmax, Kak HpaBWIo, MPU HHU3KOM
maeneHun rasa [1-3]. B pgaHHO#l paboTe paccMaTpUBAeTCs HCKPOBOI
paspsil B MeTaHe NpU aTMOC(HEpPHOM [aBJICHHM, KOTOPBI pa3sBHBacTCs B
nmanasone 3Heproraanos (1.0 = 4.0) - 1072 J. Llesbio paGoThl sIBNIsIETCS
TEOPETHICCKOE MCCIICHOBAHME YCIIOBUI ITOTyIEHNST MAKCHMAaJIbHOTO BBIXOZIA
CHy misa pa3paboTké 3(EKTUBHBIX IUIA3MOXUMHUYECKUX TEXHOJIOTHH Ha
OCHOBE MICKPOBOT'O paspsjia.

CamocoryiacoBaHHasi MOJESb HCKPOBOTO paspsia BKJIIOYACT CTaIMIo
PacIpoCTpaHeHUs] CTPUMEpa, CO3MaHNE B MPOMEKYTKE MPOCTPAHCTBEHHOTO
pacrpenenieHusl 3apsLDKEHHBIX YacTHI, MEepexol paspsia B CHIbHOTOYHYIO
CTa[IMIo, BO BpeMsI KOTOPOH ITPOMCXOMUT OCHOBHOE SHEPrOBBHIICICHHC 1
o0pa3oBaHNe CBOOOITHBIX paguKasIoB. JloJIst SHEpriy, BBIEIIEMOI Ha IIepBOit
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CTaiuM, HEBEJIMKA [0 CPAaBHEHHIO CO CTaiMell CHJIbHOTOYHOIO pa3psia |
NpeCTaBIsieT MHTepeC B OCHOBHOM C TOYKM 3PEHHUS CO3[aHUS HavasIbHOM
NPOBOIMMOCTH B TPOMEXYTKE. B CBfI3M ¢ 3TUM KUHETHKA AWCCOLMAIUH
CH4 uccnenoBaach TOJIBKO BO BpPeMsl OCHOBHOI'O BBIIEJICHHS 3HEPrUM B
IPOMEKYTKE.

MonenpoBaHie HCKPOBOI'O pa3psiia BKJIIOYAJIO COBMECTHOE pPelICHHE
OIIHOMEPHBIX YPaBHEHHH ra30BON JUHAMHKH, OMHMCBHIBAIOIIMX IUIOTHOCTH H
TeMIIepaTypy ra3a B KaHajle, ypaBHEHHII KWHETHKU YacTHL B Ta30pa3psmaHOil
IUIa3Me, YPaBHEHUH 3JIEKTPUYECKOH CXeMbl NHUTAHUS, HEOOOXOAUMBIX [JIs
pacdeTa BeJIMYMHBI HAIIPSXKEHHOCTH JIEKTpHYEcKoro noss E B mpoMexyTke.
IMpu peurennn ypaBHeHuit kuHetuku u ompenesiennn E/N (N — kow-
LEHTPAIMs HeHTpaJIoB) Mmpeamnonaragock, yro E/N, Temmeparypa rasa u
KOHIICHTPAIlMM BCEX YacTHIl HE 3aBHCAT OT paguyca HCKPOBOTO KaHasa.
Jli pacyera KOHCTAaHT CKOpPOCTEH 3JIeMEHTapHBIX IPOIECCOB C ydacTUEM
JIEKTPOHOB, KO3((UIMEHTOB IepeHoca U TeMIIepaTyphl JIEKTPOHOB YH-
CJIGHHO pellajioch ypaBHeHue bosblMaHa 11 (yHKIMH pachpefesieHus
9JIEKTPOHOB MO 3HeprusM. B Habop IUIa3MOXMMHYECKHX peakLil BXOAMUIIO
Oosiee MATHIECATH MPOLECCOB C YYaCTHEM 3apsDKEHHBIX M HEUTpPasIbHBIX
vacrur [4]. Tpenmnomnarasocs, 4to B mporeccax obpaszosanus a-C : H-mienku
yuactByioT pagukaisl CHy, nmeromme 1-3 cBoOomHbie cBs3u. 3Hast Koaddu-
IMEHT “NPWIANAHUS 3THUX PaguKajoB K IOIVIOKKE ¢ W JIOMIO PauKaIoB,
IDOCTHUTAIOIIMX €€ MOBEPXHOCTH §, MOXKHO OLICHHTH CKOPOCTb POCTa IJICHKH.

B raszosbix paspsmax obpasoBanue CHy-pagukaiioB ompenensercs mpo-
[IECCOM JIUCCOLMAIMK METaHa MPSIMBIM 3JICKTPOHHBIM YAApPOM:

CH; +e— CH; — CH; + H,
— CHy + Hp,
— CH+H, +H,
— C+ 2H,. (1)

W3 BCcex KaHAJIOB 3TOil PEaKIMM Haubosiee BEPOSITHBIM CYUTAETCS TICPBbIil
(BepositHOCTD TOsiBJIeHUst nponykToB 0.6-0.8) [1,3]. TTockosbky Temmepa-
Typa rasa B KaHaJle OKa3bBaeTCsI JIOBOJIHO BBICOKOI, KOHCTAHTHI CKOPOCTEH
raso(hasHBIX PEaKIyii, IMEIONINX BHICOKUIl aKTHBAIMOHHEIA Oapbep, pacTyT,
a CKOPOCTH HEKOTOPBIX OOPATHBIX IIPOLECCOB, HAPUMED:

H+ CH; + M — CHy + M, (2)
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Puc. 1. Konnenrparmu HekoTopsix kKomroreHT N; uepe3 30 ns mocsie Hauasa paspsiaa
B 3aBHCHMOCTH OT 9HeproBkiaga W.

Hao6opoT yMenbimaotest [1]. B pesynbrare B MCKPOBOM KaHajle BO3HHKAIOT
YCJIOBUSI JUISl HAKOIUICHUS] METUJIBHBIX PaJMKAIOB. YMEHbIICHAE CKOPOCTH
peakmum (2) CBSI3aHO TaKXKe C YMEHBUICHHEM IUTOTHOCTH Tas3a MPH Ta3oliu-
HAMUYECKOM DPACIIAPCHUH KaHAIA.

Ha pric. 1 moka3aHBl 3aBUCIMOCTH KOHIICHTPAIIHIT YaCTHIT ITA3Mbl B KOHIIE
HMITYJIbCa TOKAa OT BJIOKEHHOU 3Hepruu W, paccuuTaHHbIE U YCJIOBHUIA
skcmepumenTa [5]. W3 pacdeToB cCliefyeT, YTO MpPH BBICOKOH CTEMECHH
muccormarmu Metana [CHy]/[CH4]>1 crHavana wper Haxoruienne CHj, a
3areM — CH,. B npucyTrcTBuz 00JIBIIOT0 KOJIMYECTBA AaTOMapHOT'0 BONOPOa
9TOT pajauKajl o4eHb ObicTpo mepexomuT B CH:
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Takum obpazom, npu ysesmuernd W > 20 mJ uper passiokeHue MeTaHa 10
CH, 49TO pUBOANT K CHHTE3Y allcTUJICHA:

CH+CH+M — CoHy + M, (4)

CH + CH3 — C,H, + H. (5)

[lo pacueram »5TH mpolecchl MOTYT [OOMHHHPOBAaTb B HHTEpBaje
20mJ < W < 40m] u 3amMeTHO CHIXaTb OOIIYI0 KOHIEHTPALMIO BCEX
YIJIEPOIHBIX PAIUKAJIOB B paspsne. JlajpHelilnee yBeJMIeHAE SHEProBKIIAAa
HDOJDKHO TIPUBOAMTH K Pa3jIOKCHHIO MeTaHa 10 aTOMapHOro yrjepopa H
BOJIOpOfIA.

YTOoOBI ONEHUTh MaKCHUMaJIbHYIO CKOPOCTb POCTa IOKPHITHS v Ha TO-
BEPXHOCTH JHUIJICKTPHKA, JIOMYCTHUM, YTO BCE paguMKajbl, JOCTUTAIOIINe
[OBEPXHOCTH MOMJIOKKH, YYacTBYIOT B oOpasoBaHmd IUIeHKH (¢ = 1).
U3 npocThix reoMeTprdeckux coodpakeHuit KoadduimenT § s yCIOBHUA
sKcrepuMenTa [5] umeer BesmumHy nopsinka 0.4. PacdeTHas 3aBUCMMOCTD
CKOPOCTH pocTa IUleHKU oT W 171 BEIOpaHHBIX 3HAYCHUH «v M § TIpUBENCHA
Ha puc. 2 (kpuBasi 2). TaM e OpHUBEICHBI SKCIIEPUMEHTAIIBHBIC TaHHBIE 110
M3MEPEHUIO0 CKOPOCTH HambuteHus: (KpuBasi /), mosydeHHbie B pabote [5].

100} I

50+t /

v, wh

W, ml

Puc. 2. Cxopocts pocra o-C:H-myleHKH v B 3aBUCHMOCTH OT 3HeproBriama W:
1 — KpuBasi, aNIPOKCHMHUPYIOIIasi SKCICPUMCHTAJIbHBIC TOYKH [5]; 2 — pacder
IJISL ICKPOBOT'O pa3psna; 3 — pacyeT JUId YCJIOBUH CaMOCTOATEJIBHOIO OOBEMHOI0
paspsna.
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Obe 3aBUCHMOCTH UMEIOT MAaKCUMYM, IIPUYEM B pacyeTe OH COOTBETCTBYET
MakcuMasibHoMy Bbixoqy CHy. OTo monTBep:kmaeT MpEearoioKeHUe O TOM,
YTO UMEHHO 3TH PafMKaJIbl SBJIAIOTCS MCXOMHBIM MaTepHaJIOM B IIpolieccax
HAITbUICHUS 2JIMa30ITOI00HBIX TICHOK.

J1s1 MccyienoBaHusl BIMSIHAS TPOIIECCOB T'a30MHAMHYECKOTO pacIImpe-
HHS U Harpesa ra3a B MCKpPOBOM KaHaJle Ha IIpoliecc I'eHepaluy paauKajioB
CHjy 6bun tipoBerieHb! pacueTs! (W) B THIMYHBIX YCJIOBUSIX UMITYJIBCHOTO
€aMoCTOSITETILHOr0 00beMHOT0 paspsifa (kpuBast 3 Ha puc. 2). Tlo cpaBHEHHIO
C ICKpOBBIM Pa3psiIoM CKOPOCTh HAHECEHUS! TIOKPHITHS B 00BEMHOM paspsizie
IIPU PacCMOTPEHHBIX DHEProBKJIAaX OKAa3bIBACTCH 3HAYUTEIBHO HIKE W
MOHOTOHHO yBeJm4mBaeTcs ¢ poctoM W. ITo cB3aHO C TeM, YTO MpHU
aTMOC(hepHOM IaBJICHUM M HU3KOH TeMIlepaType rasa B 00beMHOM pa3psizie
CKOPOCTH CBSI3bIBAHUSI CBOOOHHBIX pagMKasjOB OKa3blBAIOTCS 3HAYMTEIIbHO
BBIIIIE, YTO YMEHBIIIAET WX BBIXO.

Takum o00pa3oM, B HCKpOBOM paspsie aTMoc(epHOro [aBjieHUs B
METaHE MOKHO PEaJIM30BaTh PEXHUMBI C BBICOKOW CKOPOCTBIO T'C€HEpaliH
CHy-pagukasioB, 00ycCJIOBJICHHBIE HU3KOH IJIOTHOCTBIO U BBICOKOM TeMIiepa-
Typoli rasa B IJIJA3MEHHOM KaHaJIe, YTO JIeJIaeT TaKOH pa3psis MepCHEKTUBHBIM
IUIA TEXHOJIOTMI HaHECEHUA TOKPLITUM.
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