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S.A. Tungatarova, T.S. Baizhumanova, Z.T. Zheksenbaeva, D.B. Abdukhalykov,
M. Zhumabek, K. Kassymkan, R. Sarsenova

D.V. Sokolsky Institute of Fuel, Catalysis and Electrochemistry, Almaty
tungatarovaS8@mail.ru

OXIDATION OF LIGHT ALKANES INTO HYDROGEN AND
HYDROGEN-CONTAINING MIXTURE

Abstract. Results of the study of rational ways of selection of catalysts for the synthesis of hydrogen and
hydrogen-containing fuel mixtures of alkanes have been presented in the work. Investigation of the variation of
technological parameters (temperature, space velocity, concentrations of substances, composition of reaction
mixture) of the oxidative conversion of alkanes of natural and associated petroleum gas was carried out.

Supported mono-, bi- and multicomponent catalysts for oxidation of methane of natural gas to hydrogen and
hydrogen-containing mixtures were established. It was determined that bimetallic and three-component catalyst
systems are optimal for the conversion of feed reaction mixture into hydrogen and hydrogen-containing mixtures.

It was found that T = 800-900° C and V = 6000 h™' are optimal for the conversion of methane of natural gas
into 65-69% hydrogen on the developed active bimetallic 5,0% Cu-La / ZSM-5 + Al,O; catalyst. On the other hand,
T = 800-900° C and V = 1058:10° - 900-10° h™" are optimal for the conversion of initial methane to hydrogen-
containing mixture on the low-percentage 1,0% Pt-Ru /2% Ce / (6 + o) A1203 catalyst. It has been determined that
up to 70% hydrogen at T = 550°C and V = 3150 h”' was obtained on supported 1% MoCrGa catalyst at oxidation of
C; - C4 mixture.

Key words: alkanes, catalyst, hydrogen, hydrogen-containing mixture.
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C.A. Tynraraposa, T.C. bait:xkymanoBa, 3.T. ’KekcenbaeBa, /[.b. A6ayxaJibikoB,
M. Kymaodek, K. Kacbimxan, P. CapcenoBa

WucTuTyT TOTUHMBA, KaTanu3a u dnekTpoxumun uM. [1.B. Cokonbsckoro, T. ATMaTsl

OKHUCJEHUE JIETKUX ATKAHOB B BOJIOPO/]
1 BOJOPOJCOJIEPKAIIIYIO CMEChH

AnHotanusi. B paborte npejicTaBieHbl pe3yibTaThl HCCIEIOBaHHS YCTAHOBJICHUS PAaLMOHAIBHBIX ITyTeH
noj00pa KaTaliu3aTOpOB CHHTE3a BOJOPOAA U BOJIOPOACOJECPIKAIIMNX TOIUIMBHBIX cMecedl u3 ankaHoB. [IpoBeneHO
HCCIIEIOBAaHUE BAPbUPOBAHUS TEXHOJOTHUECKMX MMApaMETPOB peakiuu (Temreparypa, OObEMHas CKOPOCTb,
BapbUPOBAHHE KOHIEHTPAI[MM BEIIECTB, COCTAB DEAKIMOHHOW CMECH) OKUCIIUTEIbHOU KOHBEPCHUHM AJIKAHOB
TIPUPOIHOTO U MOMYTHOTO HE(TIHOTO ra30B.

PaspabGoTaHbl HAHECEHHBIE MOHO-, OH- 1 MHOTOKOMITOHEHTHBIE KaTaau3aTOPHI VT PEAKIMH OKUCIICHHS METaHa
NPUPOIHOTO Ta3a B BOJOPOM M BOJOPOICOIEpKAIIylo cMmech. OmpenesieHo, YTo MO MPEBPAIICHHUIO HCXOIHON
PEAKIIMOHHOM CMECH B BOJOPOI M BOIOPOICOIEPHKAIIYIO CMECh ONTUMATBHBIMHU SIBISIOTCS OUMETANTHYECKAE W
TPEXKOMIIOHEHTHbIE KATATUTHICCKUE CHCTEMBI.

yCTaHOBHeHO, YTO OINTUMAJIBHBIMU YCJIIOBUAMU B HNPEBpAlICHHU HCXOAHOTO ME€TaHa HNPUPOAHOIO ra3a Ha
pa3paboTaHHOM aKTUBHOM OumeTtaiutiueckoM 5,0% Cu-La/ZSM-5+ Al,O; katanuzatope sBisitorcst: T=800-900°C u

V =6000 u ¢ MOJTyYEHHEM B PEaKIMOHHOH cucrteme 65-69% Bomopona. /s mpeBpalieHusi HCXOIHOTO METaHa B
BOJIOPOJICONIEpXKAIYI0 cMech Ha Hu3KompoueHTHOM 1,0%Pt-Ru/2%Ce/(6+a)Al,O; kaTamm3aTope onTHMaTbHBIMA
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yenopusvu sBisores: T = 800-900°C u V = 1058107 - 900-10° u”'. Onpeneneno, uto na HanecennoM 1%MoCrGa
Karanmusarope npu okuciennn Cs-C, cMecH nomydeso g0 70% sogopona npu T=550°C u V=3150 ™.
KnroueBsble ci10Ba: ajKaHbl, KaTalH3aToOp, BOAOPO U BOIOPOICOASPIKALINE CMECH.

BBenenme. llenbio wucciienoBaHusl SBISIETCS YCTAHOBJICHHE pAallMOHAIBHBIX IyTed Mmonadopa
KaTaJlu3aTOpOB IyTeM BapbUPOBAaHHS TEXHOJOTHMYECKHX ITapaMeTPOB peaklHu (Temieparypa, o0ObeMHas
CKOpPOCTb, BapbUPOBAHME KOHICHTPALMM BEILECTB, COCTAB PEAKLHUOHHOM CMeCH) OKHCIHTEIbHON
KOHBEPCHU aJIKaHOB IIPUPOJHOIO M IOIMYTHOro He(TAHOro ra3oB I CHHTE3a BOAOpoda H
BOJIOPOJCOACPKAIIUX TOIUIMBHBIX CMECEH.

B Hacrosimee Bpemsi AN XUMHUYECKOW M HEPTEXMMHYECKOH IPOMBIIIJICHHOCTH MPOUCXOIAIINE
U3MEHEHUS! B CTPYKType NOOBIMM M HOTpeOJIeHHs YITIEBOAOPOLOB CBUIETENHCTBYIOT O HEYKJIOHHOM
BO3PACTaHUM POJH MPHUPOJHOTO Ta3za KaKk YHEPrOHOCUTENS U CHIpbs. JJaHHOMY (akTy COACHUCTBYIOT JABE
HaunOoJee Ba)KHbIC TIPUUNHBL:

— 3HAYUTENbHBIE 3a1achl IPUPOAHOTO ra3a, CyIIECTBEHHO IPEBOCXOISIIIE 3anachl HeQTH;

— Ooiee BBICOKAs DKOJIOTHYECKAst 0€30MAaCHOCTh MUCTIOB3YIOIIUXCS ra3000pa3HbIX YTIIIEBOJOPOIOB.

Mexay TeM MHAPOKOMY HCIONB30BaHHI0O METaHa — OCHOBHOT'O KOMIIOHEHTa MPHPOJHOTO ra3a — B
Ka4yecTBE CBIPbSI AJISI IMPOM3BOACTBA HEPTEXUMHUYECKHX MPOAYKTOB HPEISTCTBYET €ro XUMHUYECKU
BBICOKasl yCTOMUYMBOCTh. Il03TOMy ocCylecTBIEHHE XMMHUYECKOTO IIPEBPAILCHUS METaHa SBIIETCS HE
TOJIBKO TIPaKkTHYECKH BaXKHOM 3ajauel, HO W (yHIaMEHTATbHOW TEPBONPUYMHOMN, CBSI3aHHOU C
aKTHBAIlMel HHEPTHBIX MOJIEKYT [1].

OHepreTuka — OCHOBA Pa3BUTHS 4YEJIOBEUECKOW IMBHIM3anMU. B Hacrosiee BpeMs CyMMapHOE
noTpeOIeHne SHEPTHH B MUpPE cocTaBisieT okoiio 460 muH. T/ B rox u nponomkaet pactu. OCHOBHBIMU
BUJaMHU NEPBUYHBIX YHEPrOPECYPCOB SIBISIOTCS HE(Th, MPUPOAHBINA ra3 W yroib. B MeHbLIeH creneHn
IUISL TIOJTyYCHHS 3JIEKTPOIHEPTUH UCTIONB3YIOTCS TaKkKe THMIPO3HEPreTHka U ypaH. Pecypchbl nckomnaembix
SHEPrOHOCUTENCH, B MEpBYIO odepenb HedTH, orpaHndeHsl. Kpome Toro, Mcrnonp30BaHue yIiaepoaHbBIX
SHEPrOHOCUTENICH SBISETCS NPUYMHON HapacTalollero -HKOJOTMYECKOr0 KpH3Hca, B TOM YHCIE
r100abHBIX KIMMAaTHYECKUX U3MEHCHHH.

OTpunarenbHble KOJIOTHYECKUE MTOCIEICTBUS UCIIOJIb30BaHUs HE(PTAHBIX TOIUIMB Ha TPAHCIIOPTE B
MEPBYIO OYepelb 3aMETHBI B KPYITHBIX MPOMBIIUICHHBIX B KYJIBTYPHBIX IIeHTpax. Hanpumep, ans ropona
C HaceleHHEM MpHMEPHO | MIH. YeNOBEK Ha JOJII0 aBTOTPaHCIOpTa Mpuxomutcs mpumepHo 70% ot
CYMMAapHOI0 KOJIHW4ecTBa (HECKOJbKO COT TOHH B CYTKH) 3KOJOIMYECKH BPEIHBIX, B TOM YHCIE
TOKCHYHBIX BBIOPOCOB, CYMMAapHBIH yIIepO OT KOTOPBIX COCTaBJISET B TOJ JCCATKH MHJUIMOHOB TEHTE,
XOTsI B 00IIIEM SHEpreTHIecKoM OajaHce ropoaa Ha MOTOPHOE TOIUTMBO IpuxonuTcs He 6onee 20%.

Bonopon MoxxeT ObITh HACATBHBIM B KA4€CTBE CHHTETUYECKOTO SHEPTOHOCUTENS IS TPAHCIIOPTHOTO
CeKTOpa B BHUAY BBICOKOH SHEPruy TIPaBUMETPUYECKOM IUIOTHOCTH, OH B M300MIMHM HaxoIUTCA B
KOMOMHHPOBaHHOH QopMe Ha 3emiie, a MPOAYKT OKUCICHHS — BOJIa HE SBISIETCS MCTOYHMKOM 3MMHUCHU
MapHUKOBBIX Ta30B. TeM He MeHee, ero CTabMIIbHOE MPOU3BOACTBO U3 BO3OOHOBISIEMBIX PECYPCOB IOKA
4yTO He HajakeHo. CyIIeCTBYIOT OIpEeAETICHHBbIE TEXHUYECKUE MPOOJIEMBbI 10 00ECIEUCHUIO KeIaeMOon
UHPPACTPYKTYpHI OT MPOU3BOJICTBA, 10 XPaHEHHUS M JJOCTABKH KOHEUHOMY T0JIb30BaTeNio [2].

B Hacrosmiee BpeMsi HEBO30OHOBJISIEeMbIE WCTOYHHUKH IOMUHHPYIOT B TIpollecce MPOHM3BOACTBA
BOJOpPOJA, AKTYJIBHBIM SIBJSE€TCS NpoOjeMa IO Pa3BUTHIO M MPOABMKEHHUIO IONH BO300HOBISIEMBIX
WCTOYHUKOB JUIS IPOM3BOJICTBA BOJOPOAA, YTOOBI CHIENATh €T0 MPOU3BOJCTBO MOJNHOCTHIO CTAOMIBHBIM.
Bopmopon MoxeT OBITh HCIIOIB30BaH B KAYeCTBE TOILINBA, TJ€ UCIONb3YEeTCsl HCKOMaeMoe TOIUTHBO [3].

MHorue ucciaenoBaTeNd, IPOMBILUICHHbIE U TOCYJapCTBEHHBIC OPTaHU3alMU HILYT IyTH PELICHUS
TEXHUYECKUX IpPOOJEeM CBS3aHHBIX C PAaHHUM 3aKUTAaHUEM, HENPAaBUJIbHBIM CIOPAaHHUEM, U BBICOKOM
CKOPOCTBIO HapacTaHHs JaBJIeHUS NMpU paboTe ABUTATENs Ha Bojopoze. B pabote [4] mpoBeneHa padora
[0 ONPEACNECHUI0 HAWIYYLIMX TEXHOJIOTHYECKUX IapaMeTpoB pabOThl OT CBEYM 3KUTaHUS U OT
BOCIUIAMEHEHUSI ~ IIyTeM  CXaTusid  BOJOPOJHOTO  TOIJIMBAa AN IOJAYYEHHS  ONTHMAJIbHOM
MPOU3BOJUTENFHOCTH ¥ HH3KHX XapaKTEPUCTHK MO BBIOpocaM OTpaboTaBIIMX Ta30B, 0€3 KaKUX-THOO
HEXXeJaTeNbHBIX SBJICHUI cropaHus. Tarxke HccleNoBaHBl BIMAHUE N00ABOK BOJOpOJAa W MOTEHIHANIA
CMEILIaHHBIX BHUIOB TOIUIMBA C BOJOPOJOM HA TEXHHYECKHE XapakTepUCTHKH. OOCYXIEHBI pa3nuuus
MEXIY OOBIYHBIM JABUIATENIEM U Ha BOJAOPOIHOM TOIUIUBE.

B paGote [5] Ob1 MCHONB30BaH IPYro MOAXOH, Ui HPEOJOJCHUS TPYAHOCTH NPUMEHEHEHUS
BOJOpOJa B KauecTBE TOIUIMBA aBurareneil BHyTpeHHero cropanusa ([IBC). Cmech ra3oB Bomopona u
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KHCJIOPOJia TIPOU3BOIUTCS AJIEKTPOIU3EPOM H Jaliee MCIUIONB3YITCS OJHOBPEMEHHO, YTOOBI MCKITFOYHUTh
HEOOXOAMMOCTh MMPHUMEHEHHUSI CHCTEMBI XpaHeHHs ra3oB. /[ omTuMu3anuuy >1eKTponmsepa, mapamMmeTpsl
3a30pa MEXKAY IJIaCTUHAaMHK, KOHLICHTpAUWU pacTBOpa W HANPSIKCHHUA KOHTPOJIMPOBAJIUCH U MCHAUCH.
3arem razoBast cMech H,/O, ucnonb3yeTcs B KauecTBe BTOpU4HOro tormiuBa B JIBC, crenepupoBaHOTrO
ANEKTPOIU3EPOM i ONTHMAIBHBIX YCIOBUM 3KCIUTyaTallid. B BITyCKHOW KOJUIEKTOpP IBUTATENSI CMECH
H,/O, mnomaBanack mpum moMOmM Ta30BBIX (opcyHOK ckopocthio 0 m 20 J/MHH, B KadecTBE
JOTMOJTHUTENILHOTO TOIUIMBA, rae 0 J/MUH cchutaeTcst Ha ciydail 6e3 Bomopoxa u 20 JI/MUH B ciydae
Bojopoaa. [lokazaHo, 4To 3a cueT BBeEHUS BOAOPOA, SJHEPTHUS U TEIIoBas 3PPEKTUBHOCTH TOPMO3HOM
CHUCTeMBI yBenmumiack. Kpome TOro, HaONIOMAaeTCsi CHIKEHHE BBHIOPOCOB YTIIEBOAOPOIOB W OKHCH
yrieposa, B TO BpeMs Kak Pe3Koe YBeIHUeHHE BBIOPOCOB OKCHJIOB a30Ta HE MOXKET OBITh MPEJOTBPAIICHO
BO BpeMsl DKCIIEPHUMEHTAIBHBIX padoT.

B pabote [6] aBTOPHI IIPEACTABIISIOT CPABHUTEIHHBIA aHATN3 SHEPTUN TOTUIMBHOW CMECH BOAOPOII-
METaH IJId IPAMOro BIPBICKA B Z[HSCHBHBIﬁ JABUTI'aTCIIb. I[BI/IFEITCHL OBLIT HN3MCHCH, CO3daH IOPT IJIA
BIIPbICKa BOJAOpOJa, yCTaHaBIeHbI (POPCYHKHM AN BOAOPOAA B BIIYCKHOM KoJiekTop. JlBurarenb
WCTIONB30BAJICS /ISl TIONYYCHUST IKCIEPUMEHTAIBHBIX JAHHBIX TMPH MOIHOW HATrpy3Ke MPHU MOCTOSHHOU
ckopoctr 3100 obopoToB B MuHYyTY. [lokazaHo, YTO BBIXJIONMHAS AKCEPTHsl 0OpaTHO IMPOIIOPIHOHATHHA
JI0OABIICHUIO BOJIOPOA, a TAKXKE OMOTU3EIIS.

Ilocne moGaBneHwst BoAoOpoja TerwioBas A(PGEKTUBHOCTH TOPMO3HON CHCTEMBI YBEIWYWIACH H
JIOCTUTIIA TIOYTH TMOCTOSIHHOTO 3HaudeHwWs. Uto kacaercst ypoBHsS BeIOpocoB, To CO, W yIIeBOIOPOIIBI
CHIKAQIMCHh TIpU 00aBIICHUH BOAOPOJA, HO BRIOpockl CO mMenu TEHACHIMIO K YBEIWYCHHUIO, KOTJa
k03 pumeHT n30bITKa BO3MyXa MPHOMMKAETCA K CTEXHOMETPUYECKUM YCIOBHSM. BBIOpOCH OKCHIOB
a30Ta YBEJIMYUBAIOTCS C YBEIMYEHHUEM BOJIOPOJIa W3-32 MOBBIINICHHOW TEeMITEpaTyphl MUIUHIApA. JTH
JAaHHBIC TaKXXC OUCHB ITOJIE3HBI JId OINICPATUBHOIO USMCHCHMA, HCO6XOI[I/IMLIX JUIA OIITUMU3alIUU HHSaﬁHa
JIBUraTess Ha Bogopone. TakuM o0pa3oM, MOKa3aHO, YTO BOJAOPOA SIBIACTCS XOPOIIEH anbTepHATHBOH B
KayecTBe MOTOPHOTO TOILINBA.

HccnenoBanus mo M3y4eHHUIO COCTaBa BOJOPOAHBIX CMECEH, NCIOIB3Ys THAPOIPOBO]] C KOHTAKTOM
JKECTKOTO YHCTOTO MeTaila, IMOKa3alld, YTO YBEIWYCHUE COAEpKaHWs B TOIuMBe kKuciopona ¢ 0,16 mo
0,35 B 15% cMmecu Bomoposa NpUBOJUT K 3HAYUTEIBHON CTENIEHH BEPOSITHOCTH BO3ropaHus. Bo3MokHbIe
MPUYUHBl TaKUX Pe3yJbTaTOB OOCYXKACHBI M CHENlaH BBIBOZ, YTO yBEIWYEHHWE CKOPOCTH BO3TOPAHUS
BEPOSITHO CBSI3aHO M3-32 MEXAHUUECKOTO JIEHCTBUS METaIoB [8].

B pabote [9] uccnenoBaHbl BAMSHUE Ha PAcXoj TOIUIMBA M BBIOPOCHI 3arpsA3HSIONIMX BEILECTB OT
TPAHCIIOPTHOTO CpEACTBa, pabOTAOIMX Ha TOIUIMBHOW cMecH OeH3WHO-3TaHonbHOW cmecu (E22),
BoxgHoro staHona (E100) m Bomopoda, momydaeMoro OTHENbHO. Llenpio wmcciemoBaHUs SBISLIOCH
BBIICHUTB, MOXKET JIM BOJOPOJ CIOCOOCTBOBATh COKPAILICHHUIO TOTPEOJCHUS TOIIMBA W BBHIOPOCOB.
Bomopon mopaBancss K TpaHCIIOPTHOMY CPEICTBY, M CMEIIMBAJCS C TOTOKOM BO3[yXa B BITyCKHOM
KoJuiekTope. JIBurarens mpoTecTHpOBail HA THHAMOMETPHYECKOM CTEHJE, C ABUTATENIeM, paboTaromnuM
Ha XxonocToM xoay U npu 1400 o6/mMuH. Pe3ynbraThl moka3anu, 4To HEOOJBIIME KOJMYECTBA BOJOPOAA
MOTYT 00ecneyuTh CTaOuibHYI0 paboTy OBUraTteis ¢ OOEJHEHHOH TOIUIMBHO-BO3IYIIHOW CMECBIO H,
TakuM 00pa3oM, yYMEHBIIWTH pacxoll TOIUMBa Oe3 yiepba 1o BeIOpocaMm BeIxjoma. CokpaiieHue
coctaBmwio a0 11,8% u 13,1% mo pacxomy Tommusa Ha E22 u E100 cOOTBETCTBEHHO.

Ha ocHOBaHWMM XapakTepHCTUK HCCICIOBAHHOM CMecH TIeHEepaTopHOro ra3a M BOJOPOAa B
cootHomennn 60:40, cmemaH BBHIBOA O BO3MOXKHOCTH HCIIONB30BAHUS B KAadecTBE JOTOTHHUTEIHHOTO
TOIUTHBA JIJIs1 SKOHOMHFH THU3eIIbHOTO TorutiBa [10].

B pabGote [11] mccnenoBanu BiusiHEE J00ABICHUS BOAOPOIHO-KUcIopoaHbix cmeceir (BKC) Ha
MPOU3BOANTEIHHOCTh OCH3WHOBOTO JIBHTATENsl C MCKPOBBIM 3aKWUTaHWEM. VcIbiTaHWEe MPOBOAMIN Ha
MOIM(UITUPOBAHOM JIBUTATEJIE C MCKPOBBIM 3a)KWTAaHHEM OCHAIIEHHOW CHCTEMOW BIPBICKA BOIOPONA U
kuciopona. I[IpumeneH THOPHIHBIA SIEKTPOHHBIM OJOK yHpaBiIeHHs, YTOOBI yNPaBIATh OTKPHITHEM U
3aKpBITHEM BBOJA 4Yepe3 (popCyHKH BOAOPOAA, KHCIOpojaa u OeH3nHa. B skcrepuMeHTe mprUMeHEeHbI TpU
crarnapra BKC ¢ ¢pukcnpoBanHbIM cooTHOIeHHEM MONbHOM oiu Hy:0, = 2: 1 1 B COBOKYITHOM 00BeMe
Ha Bxoze coctaBui 0%, 2% u 4%. [lanee cpaBHuBanu paboTy aBuratens Ha OeHszune, Bogopoae u BKC.
PesynbraTel MCHIBITAHWN TMOKa3add, YTO ONTUMANBHBIM TOILIMBOM siBiisiercss BKC, ero mpumeHnenue
YBEIMYMBAET TEIUIOBYIO 3(PPEKTHBHOCTH TOPMO3HOW CHUCTEMBI, a TaKXKe CIIOCOOCTBOBAJIM CHHKCHHIO
BBEIOPOCOB yriieBo1opoaoB 1 CO BRIOPOCOB, HO HAOMIOAACTCS YBeIndIeHHE BRIOpocoB NOX.
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B oTnuume OT HCIONB3YyEeMBIX YXKE HE OJHY COTHIO JIET B JHEPreTUKE M XOPOILIO H3yYEHHBIX
IIPOILIECCOB IIOJHOTO OKHCJCHUS WJIM TOPEHUs] OCIHBIX U CTEXHOMETPUYECKHX CMECEH yriIeBOAOpOIOB,
MpoIecCCHl B OOTaThIX  YTJIEPOA-KHUCIOPOAHBIX CMECSX, SIBIISIONIMECS OCHOBOM OKHCIHTENbHBIX
ra30XMMHYECKUX IPOIECCOB, MOKa HM3yYeHBl HE CTOJIb Xopomo. MX OCHOBOH SBISETCS KHHETHKa
OKHCIIEHUS YTIIEBOJIOPOIOB B cpeiHeTeMIepaTypHoi obmactu oT npuMmepHo 300°C u mouru mo 1200°C,
T.€. 3HAUUTENIPHO HIDKE XapaKTEpHBIX TeMIeparyp ra3o(a3sHOro ropeHus YyIieBoaoponoB. Pazmuuue
MEKAYy TOPEHHEM W HaplHajbHBIM OKHUCICHHEM HOCUT MPHHIHUIHATBHBIA XapakTep W ONpeAeiseTcs He
TOJIBKO pa3InireM B TeMIIepaType Mpolecca, HO, MPEeKAE BCEro, B ero Mexanusme. B kauecTBe onHOU U3
OTJIMYMUTENBHBIX OCOOCHHOCTEHl MeXaHW3Ma MaplUaJbHOI0 OKHMCJIEHHUS AJIKaHOB CIeNyeT yKa3aTb Ha
00JBIIYI0 POJH MEPOKCHIHBIX COCOTUHEHWH M paJuKajoB. B HHU3KOTemImepaTypHOHl 4acTH yKa3aHHOTO
JMana3zoHa OTNpeAeNIoIyIo poib urpatoT pagukaisl ROOe u monekynst ROOH u RyOOR; (a5 metana,
cootBercTBeHHO, CH3;00° 1 CH300H), a B BhIcoKOoTemmepaTrypHoi - paaukainsl HOOe* u MOIeKyIbI
HOOH. B To xe Bpemst pons Takux wactuil, kak O, CH, CH,, C,, a Takke BO30YKICHHBIX MOJEKYI U
paIuKalioB, aKTUBHO YYacTBYIOIIMX B MpOLECCax TOPEHUs, B MapUHUATbHOM OKWCICHHH HE3HAuYUTEIbHA
[12].

He TpamurmmoHHBIA CIIOCO0 IMOMydYEHHUS BOIOPOJA MPEATABICH HCCIeHOBaTelsIMH B padote [13].
[Muponu3 cMecH IIWH/YTONBHBIE OTXOIBI TPOBOAWINA C UCIOJL30BAHMEM KBapIIEBOTO peakTopa B
crarmoHapHOM cioe. CMecH HarpeBaiu co cKopocThio 5°C/MHH 1m0 KoHeuHOU Temmepatypel 900°C ¢
BpeMeHeM 3amaunBaHus 30MuH Tpu TpeOyemoil Temmepartype. IlomydeHHBI TpH THPOIU3E WU
COBMECTHOT'O MUPOJIN3a OTXOJ0B IIWH/YTONBHBIX CMECE! Ta3 COJACPKUT OOJbIIOEe KOIUUECTBO BOAOPOAA
(b1me 60% mo 06beMy) u MeTaHa (cBbitie 20% 1o 00beMy).

HccnenoBaHusi 1O ONPENEICHUIO BPEMEHH 3alep)KKH BOCIUIAMEHEHHUS C IIOMOLIBIO cMecei
MEPBUYHBIX ATAJIOHHBIX TOIUIUB U BOJOPO/a MPOBOAMINCH MPHU CXKATBIX TEMIeEpaTypax B Auana3oHe 735-
847K [14]. OTHomeHHE SKBUBAJICHTHOCTH TOIUIMBO/BO3MyXa BapbHUpPOBAJHM, YTOOBI HMCCIENOBAaTH €ro
BIMSHUE Ha 3aJepKKy BOCIUIAMCHEHHMsI H-TeNTaHa M H300KTaHa. Bogopox Obul mobaBneH ¢
Koa(uIeHTaMu BoJopogHoi »Heprun B auamna3zone 0-10%, a 3To o3HadaeT, 4yTO PHEPTHUS BOAOPOa
3ameHeHa Ha 0-10% ot Beca nu0o0 H-rentaHa win u3ookTtaHa. [Ipu mobaBneHHM BOAOpOJAa K H-TENTaHy
HaOJII0AJIOCh 3HAYMTENIFHOE YBEIWYCHHE BPEMEHH 33CP’KKH BOCIUIAMEHEHUS, OCOOEHHO B 00iacTu
peakuuu IepBoil craguu. bputo oOHapyskeHO, 4TO 3(QEKThl KOHLIEHTpalM{ BOAOPOAA 3aBHCUT OT
OTHOIIIEHUS SKBUBAJIEHTHOCTH M TEMIIEPATyphl U1 000MX BUAOB TOILIHBA.

C pa3BuUTHEM TEXHHUKU U TEXHOJIOTHH YCHUIMBAIOTCA TpeOOBAaHUS K DKCIUTyaTallld, TaK TPaHCIOPT
JOJDKEH OBbITh 0€30macHBIM, SKOHOMHYECKMM M HE3HAYMTENBHO 3arpsi3HATH OKPYKAIOLIYI0 Cpemy.
JlupepoM TOIUIMBHOTO CEKTOPA SIBJIOTCSA JIeTKHe (paukuu HeTH, B YaCTHOCTH OCH3MH IJIS JIETKOBOT'O
aBToTpaHcmopra. Jns nmocTwkeHHs TpeOyeMbIX HOpPMaMH IapaMeTpoB IO KayecTBY TOIUIMBA,
HEOOXOOMMO NPOBOAMUTH OYMCTKY OT PAa3JUYHBIX BPEAHBIX BEIIECTB M mpuMeceil. [laHHBIe mpolecch
SHEPrOeMKH M MHOrOCTaiuiiHbl. [ yiydlleHus cocTaBa TOIUIMBA U €0 yJCIIEBICHHS NPUMEHSIOT

pasnuyHble  MOAUGUIMPYIONMIME  TOIUIMBHBIE CMECH —  BOJOPOJ, BOJOPOACOACPXKAIIUE U
KHCIIOPOICOIePKAIUe COCTABBI.
MeTtoabsl HCCIeIOBAHHMS - pa3padOTaHHBIE COCTaBBl KaTajgM3aTOPOB TOTOBUJIIMCH METOIIOM

KalWUIIPHON MPONMUTKH CMEIIAaHHBIX BOJHBIX PACTBOPOB a30THOKHUCIBIX COJIEH METaIOB, HAHECEHHBIX
Ha NPUPOJHBIE U CUHTETUYECKHE HOCUTEIH IO BIArOoeMKOCTH C TMocienyromei cymkod npu T=473K B
TEYeHWE 2 4YacoB, a 3aTeM [UIS pPAa3lI0KEHUS HAaHECEHHBIX COJed METauIOB M COOTBETCTBEHHOTO
yJIeTy4YWBaHUS HUTPATOB C TMOBEPXHOCTH KaTaIM3aTOPOB ObIIa TMPOBEACHA IMpOKalka 00pasloB IpH
T=773K Taxxe 2 yaca B atmocgepe Bo3myxa [15]. IIpoBeneHo mccienoBaHHE MOCIEIOBATENHHOTO U
COBMECTHOTO Crioco0a BBEJECHHsI aKTHBHBIX KOMIIOHEHTOB B COCTaB pa3pa0OTaHHBIX KaTallU3aTOPOB.
OmnpeneneHo, 9T0 B CIy4yae OKCHAHBIX KaTallM3aTOPOB ITOCIIEOBATEHHOE BBEIEHHE OIHOTO WM JIBYX
KOMIIOHEHTOB OTPHUIATEILHO BIAMICT Ha 3(PPEKTUBHOCTh KaTaau3aTopa.

Opnako, Oumerammnueckuii Hu3kompoueHTHbIH 1,0%  Pt-Ru/2%Ce/(6+a)Al,0; karamuzaTop
TOTOBMJICS IIyTEM IOCIIEA0BATENLHOTO HaHECEHHs dleMeHToB Ha (0+a)-AlO; (100 - 200 um, Sy, = 70,2
M°/I) M3 BOJHBIX PacTBOPOB COJEHl METallIOB METOAOM KAMMJUISPHON IPOMHTKH MO BIATOEMKOCTH C
MOCIIeAYIOIIMM MIpOrpeBoM Ha Bo3ayxe npu 873 K B reuenue 3 gacos [16].

Pe3yabTaThl HCCIeT0BAaHUA - M3YyUEHO OKHCIHTEIBHOE NpEeBpallleHue MeTaHa MPHUPOJHOTO raza B
BOJIOPOA HAa MOHO-, OW- W TPEXKOMIIOHEHTHBIX KATAINTUYECKHX CHUCTEMax TIpH COOTHOIICHHU
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-1
pEakIMOHHBIX Ta30B B paboueit cmecn CH 4:02:Ar=7,0:1,0:92,0 (36,0:5,0:59,0,%), V=7800u , 1=0,45c u

T=750°C (pucyHok 1).

Karammatop
0O6o3nauenus: 1 - 5,0% Ni/ZSM-5+ Al,O3; 2 - 5,0% Ni-K/ZSM-5+ Al,O3; 3 - 5,0% Ni-La/ZSM-5+ Al,O3;
4 - 5,0% Cu-La/ZSM-5+ Al,0O3; 5 - 5,0% Ni-Cu-Nd/ZSM-5+A1,04
Pucynok 1 — OxucnutensHOe NpeBpalieHie MeTaHa IPUPOIHOTo ra3a B BOAOPO Ha MOHO, OU- M TPEXKOMIIOHEHTHBIX
KaTaJMTHYECKUX CHCTEMAX
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Takum o00pa3om, B pe3yJbTaTe IPOBEICHHBIX 3KCIIEPUMEHTAIBHBIX pabOT ONpEAEeNeHo, 4TO II0
BBIXO/ly BOJOpOJa AaKTUBHBIMH KaTaju3aTOpaMH SIBISIOTCS KaK MOHOMETaUNIMYeCKHe, TaKk U
OMMeTaJUINYeCKUEe KaTaIUTHUYECKHE CHUCTEMBI, a TaKKe TPEXKOMIIOHEHTHBIE CHCTEMBI, TIIe BBIXOJ
BOJOpoaa cocTaBui oT 42 1o 52%.

Ha pa3paboTaHHBIX KATAJINTHYECKUX CUCTEMAaX OBLIO M3Y4YE€HO OKHCIMTEIBHOE IPEBPAIICHIE METaHa
MIPUPOJIHOTO Ta3a B BOJOPOJ IPH BapbUpoBaHUU TeMieparypsbl peakiuu oT 700 no 900°C ¢ nnTepBaioM B
50°C (puc. 2). Ilpu temneparype peakuun 700°C Brixox Bogopoaa Bapeuposaics oT 10 mo 48%, Tak
MaKCHMAaJbHBIA BBIXOJ Bojopoaa ompeneneH Ha 5,0%Ni/ZSM-5+Al,0; katannzarope, a MUHUMaIbHBINA
Ha 5,0%Ni-Cu-Nd/ZSM-5+A1,0; kartamuzatope. [lpu moBbllIeHMH TeMmiiepatypbl peakiuu Ha S50°C
HaOIroaeTcsl pe3Koe yBeMUeHHe BhIX0Ja Bojopoaa 10 52% Ha TpEeXKOMIIOHETHOM Karanusarope. [Ipu
JanbHEeWIIeM IOBBIIICHWH Temmeparypsl peakuuu no 800°C Taxke HaOMOZaeTcsi MOCTEINEHHOE
YBEIUYECHHUE BBIXOJa Bomopoaa 1o 55%. Poct temmepatypsl peakmmu g0 850 m 900°C mpuBOguT K
JadbHEIIeMy MOBBIIIEHUIO BBIX0a BOAOPOaa A0 69%.

=900
m3s50
®300
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m700

C'oCTAB KATATH3ATOPA

BoixoaBoaepoaa, %o
O6o3Hauenus kpuBbIX: 1 - 5,0% Ni/ZSM-5+A1,03; 2 - 5,0% Ni-K/ZSM-5+A1,0;; 3 - 5,0% Ni-La/ZSM-5+A1,0;; 4 - 5,0% Cu-
La/ZSM-5+A1,0;; S - 5,0% Ni-Cu-Nd/ZSM-5+A1,0;.
Pucynok 2 — OxucnutenpHOE IpeBpallieHie MeTaHa MPUPOIHOTO ra3a B BOIOPOL
Ha MOHO-, OM- ¥ TPEXKOMIIOHEHTHBIX KaTaJJUTHUECKUX CHCTEMaX MpH BapBI/Ip0]13aHI/II/I TEMIIEPATYPBI PEAKLIHH IIPU

CH4:02:A1=7,0:1,0:92,O (36,0:5,0:59,0,%), V=78004 , 7=0,45¢
Ho, meobxomuMo otmeTuTh, uTo Ha 5,0% Ni/ZSM-5+Al,0; katammszatope BHE 3aBHCMOCTH OT
BapbUPOBAHMS TEMIIEPATypPbl BBIXOJI BOAOPOAA HE U3MEHSJICSA OT IepBOHAYAIBHOTO 3HAYEHHS U COCTAaBHII
48%. Ha ocTanbHBIX KaTaJUTHYECKUX CUCTEMAX C YBETMUYEHUEM TEMIIEpAaTyphbl peaKLUU BBIXOJ BOAOPOAA
MOBBIIANCS. BeIsABIEHO, 4TO HauMHas ¢ TeMneparypbl 750°C u BbIlIe TpeBpallieHHe HCXOQHON CMECH B
BOJIOPOJ] aKTUBHO MPOXOIUT Ha OuMeTtamnaeckoM 5,0%Cu-La/ZSM-5+A1,0; karanuzaTtope.
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HccnemoBanue  BIUSIHUS —~ TEMIIEPaTypbl  Mpollecca HAa  aKTHBHOCTh — HHU3KOMPOIICHTHOTO
ommerammnaeckoro 1,0%Pt-Ru karanmsaropa Ha HOCHTENE MOKA3al0, YTO C MOBBIIEHHEM TEMIEepaTyphI
PeaKIMy CTEeleHb KOHBEPCHH BO3pacTana, mpudeM Haunuas ¢ 800°C IPOMCXOMHMIO Pe3KOe IMOBBIMICHHE
KOHBEPCUU U CEICKTUBHOCTU 00pa30BaHUs MPOIYyKTOB peakiuu (puc. 3).
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O603Hauenus kpuBbIX: 1 - Xcug, 2 - Sco, 3 - S
Yenosus onbrra: T=800-950°C, 1=0,004c, V=9-10"4"".
Pucynoxk 3 - 3smenenune Xcyy, cenextuBHOCTH 10 Hy 1 CO B 3aBHCHMOCTH OT TEMIIEPATyPhl PEaKInu
Ha 1,0% Pt-Ru/2%Ce/(0+a)Al, O3 kaTanuzarope

KonBepcus mMerana coctasuna 98,4% mnpu aHaJIOTHYHOM yBeJIWdeHHHU cenekTuBHocTH o CO 97,6%.
Ilpu mocieayromeM yBenuyeHH: TemmepaTypsl 10 850°C KoHBepcHs MeTaHa yBenuumBaercs 10 98,7%
npu cenextuHocTH 110 CO 98,0%. [Tocne yBemmuenus Temnepatypsl 10 900 i 950°C xoHBepcHs MeTaHa
u cenekTHBHOCTH paBHBI 100%. CeleKTHBHOCTh IO OCHOBHOMY HPOIYKTY PEakLHH BOAOPOILY, HaunHas C
800 u 1o 950°C B xoJe Bced peaknuu crabminbHO paBHa 100%. YcTaHOBIEHO, 4YTO UIS
HuskomnporeraTHoro  1,0%Pt-Ru/2%Ce/(6+a)Al,O; karanm3aTopa ONTUMAIbHBIM II0 [OKAa3aTeNsIM
KOHBEPCHHU M CEJIEKTUBHOCTH IPOIIECCa OKUCIUTEIHHOTO MPEBpAIleHUs] METaHa B BOJOPOJICOAEPIKAIILYIO
CcMech SIBIISETCS TeMIepaTypHblii nuTepsan ot 800 g0 900°C.

Jamee HaMH TPOBEACHO WCCIIENOBAaHWE BIHMSHUA BapbHPOBAHUS TEMIIEPATyphl pEaKIuu
KatanmuTudeckoro okucieHus: C;-C4 cMecH 10 BOJOPOCOASPKAIIUX TOIUIMBHBIX cMeceli Ha HAaHECEHHBIX
1%MoCrGa/TBI", 10%MoCrGa/ThI' u 5%MoCrGa/TbI+ZSM-5+Al,(OH);,.;NO; karanuzatopax (puc.
4). OmnpeneneHo, 4TO C MOBBIIICHHEM TeMIIEPaTyphl peaklliu B MPOMyKTax peakuun oOHapyxkeHbl C,Hy,
H,, CO u CO,. Kak BumHO W3 pucyHKa 4 HamOojee ONTHUMAIBLHBIM COCTaBOM JUISI CHHTE3a BOJOPOIA
spisercs 1%MoCrGa/TBI" Ha koTopoM Habr0HaeTcs oopazosanue 10 70,0% Bogoposa.
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Cocrae KaTanHiaTopa

O6o3nauenus: 1 — 1%MoCrGa/TBI; 2 — 10% MoCrGa/TBI; 3- 5% MoCrGa/TI'+ZSM-5+A1,(OH);,.1NO;.
PucyHok 4 - BiiusiHue coctaBa akTUBHO#H (Da3bl KaTamu3aropa Ha BBIXOJ BOIOPOIa
npu C3-C4 YB:0,:N;,:Ar=0,95:1:3,76:0,95, T=550°C, V=3150 !

Janee HaMu HCCIIEIOBAIOCH BIIMSHHE BapbHPOBaHUS OOBEMHOW CKOPOCTH PEaKIHWW Ha BBIXOI
BOJIOpPOJa B MPOLIECCE OKUCIUTENBHOTO MPEeBpalieHusl MeTaHa Ha onTuManbHoM 5%Cu-La/ZSM-5+A1,04
Karamuzarope (puc. 5). DKCIepuMeHTH TpoBoAwInch mpu Temmeparype 800°C ¢ wuccimemoBaHueM
peaknnonHO#M cMecu coctaBa 67%CH4+33%0, u BappupoBanun o0seMHOM ckopoctr oT 1000 mo 12000
v, TIpu MccnenoBaHMM mpomecca ¢ o0beMHOM ckopoctbio 1000 w' BeIXom Bomopoma coctaBmi 10%.
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YBenmnuenne o0beMHOM ckopoctu A0 3000 a7 He MPUBEJIO K 3HAYUTEIbHBIM U3MEHEHUSIM MOKa3aTenen
nporecca (14%), oaHako moseimenne 10 6000 U MONOKHUTENEHO MOBJIHSIO HA BBIXOJ BOJOPOJA, TJIC
HaOmroanock obpazoBanue 65,0% Bomopona. OgHaKo, NanbHelIee yBeTHMUeHHE 00BbEMHONH CKOPOCTH
MIPUBEJIO K CHUKEHHUIO BBIX0AA Bogopoaa 1o 20%.
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ObreMBan cKopocTs, Hac™
PI/IcyHOK 5 — Binsinue 00beMHOI CKOPOCTH Ha BBIXOJ BOAOPOJa B MIPOLECCCE OKUCIUTECIIBHOIO IPEBPAIICHAA MCTaHa
Ha 5%Cu-La/ZSM-5+Al,0; kartanuzatope

['pynma aMepuKaHCKHX YYEHBIX HWCCICAOBAIM B PEAKIUU MAPIUATHHOTO OKHCJICHHS MeETaHa
BocctaHoBieHHble Pt, Pd, Rh kaTtamm3atopsl Ha HOCHTENSIX W TOKa3ajiH, 4TO IIPH T = 10%-10%¢c B
n3oeiTke CH4 mipu BBICOKOW TeMmmepaType o0pa3yeTcsl CHHTE3-Ta3 C BHICOKOW CEIeKTUBHOCTHIO 1Mo H, u
CO ~ 80% [17-20]. IMogpoOHBIN aHANIW3 JHUTEPATYPHBIX NAHHBIX O HOBOM IIPOIECCE CEIEKTHBHOIO
karanutndeckoro okucieHus (CKO) CHy B cMecH ¢ HEIOCTaTKOM KHCIIOpOJa TOKa3bIBaeT, YTO 3Ta
peakius TPOTEKaeT TPH BBICOKHX 00BeMHBIX ckopocTsx (no 10° - 107 u') ¢ mpemorBparnennem
MPOTEKAHUS BTOPUYHBIX PEAKIUN, T.€. C OOJBIIION MPOU3BOAUTEILHOCTRIO ¢ monydeHuemM cmecu CO u H,
B COOTHOIICHWW 2, HWJCAIbHO TMOIXOISIIMM JJs IPOU3BOJCTBA METAHONA, aMMHaka, OoJee
BBICOKOMOJIEKYIISIPHBIX yTIeBOJOpooB (cuHTEe3 Dumiepa-Tporiia), B KadeCcTBE BOCCTAHOBUTEIBHBIX
cMeceil B MeTalllypruu.

Tabnuma 1 - Bnusane 00beMHOI CKOPOCTH Ha BBIXOJI BOAOPOACOAEPIKAIIEH cMecH Ha BoccTaHOBIEHHOM 1,0%Pt-
Ru/2%Ce/(0+0)Al,O; xaTanuzarope
VYcnoBus onbita: ucxoanas peakunonnas cmech CHy:0,:Ar=1,6:0,8:97,6,%, T=1173K, V=1-10%-6:10°u!

O6BeMHas CKOPOCT, 9™ CopeprkaHue MpoJIyKTOB Peakiy Ha BBIXOJE, %o H,/CO
Ccna Cup Cco Ccor
1560000 0,07 2,39 0,97 0,01 2,46
1530000 0,07 2,39 1,08 0,02 2,21
1500000 0,08 3,04 1,38 0,02 2,20
1385000 0,08 3,04 1,42 0,02 2,14
1200000 0,07 3,06 1,49 0,02 2,05
1058000 0 3,20 1,60 0 2,0
900000 0 3,20 1,60 0 2,0
750000 0 2,81 1,32 0,01 2,12
666000 0 2,76 1,28 0,01 2,15
632000 0 2,72 1,28 0,01 2,12

Taxk, BimussaEe 00BeMHO# ckopocTh Ha mporiecc CKO CH, ucciemoBanock Ha BOCCTAHOBICHHOM TIPH
1173 K B H 1,0%Pt—Ru/2%Ce/(0+a)Al,O; karanuzaTope B HCXOIHOW pEAKIMOHHON CMecH
CH4:0,:Ar=1,6:0,8:97,6,%, T=1173K, V=1-10%-6-10" w'. U3 Tabauusr 1 BUIHO, YTO IpU CHIKEHUU
00BEMHOH  CKOpPOCTH  OT 1560-10° o 632-10° 4! HaOIIOZaeTCss  yMEHBIIEHHE  BBIXOJA
HemnpopearupoBasmiero Metana. Berxox CO moBeimaercs ot 0,97 mo 1,6, a 3aTeM CHOBa MOHUXKACTCS 10
1,28% mnpu yMeHbIIeHHH 06BeMHOMN ckopocTH oT 1560-10° 10 1058-10° (900-10°a™") u mo 632:10° u’
cootBeTcTBeHHO. IIpn ymensinennn V ot 1560-10° u' 10 632:10° u' conepxanne CO, B peaKkHOHHOI
cmecu mamensiercs ot 0,01 mo 0,02, a coorHomenue H,/CO ot 2,12 mo 2,46. OnHako, npu V=900-10° u
1058-10° 4! BBIXOZl Bogoponma u CO paBHBI MaKCHUMajlbHOMY 3HAUYCHHIO, a TaKKE€ B CHCTEME HE
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obHapyxwuBarorcs CO, u coorHomenne H,/CO paBHO 2 onTHMaabHOMY 3HAa4eHHIO TIpoliecca
KaTaJIMTUYECKOTO OKUCIICHHUS METaHa B CUHTE3-Tas3.

YCTaHOBJIEHO, YTO ONTHUMAIBLHONH 0OBEMHONM CKOPOCTHIO JJIS1 KAaTaIUTUYECKOTO0 OKHCICHHSI METaHa B
BOJIOPOJICOAEPIKALIYIO cMech Ha Pt - Ru karanusatope Ha HocuTene seisercsa V = 1058:10° - 900-10° u™.

[anee HamMM TOPOBEOCHO MWCCIICAOBAHHME BIMSHHE BapbUPOBaHHS OOBEMHOH CKOPOCTH peakLHuu
KatanuTHyeckoro okucieHus Cs-C, yrieBoJOpOAOB IO BOAOPOACOACPXKALIMX TOIUIMBHBIX CMeced Ha
HaHeceHHOM 1% MoCrGa kaTanu3zarope (puc. 6).

Kak BHIHO M3 PHCYHKA 6 TPH MOBHIMICHHH 00beMHOI ckopocTH 0T 330 10 27004 MakcHMambHbIE
3HAYCHHUS BBIXOJOB BOJOPOJA TOTYUCHBI IPH MaJOH U BBICOKOH 00BeMHOM ckopoctH (69,7% npu 3304
1 65,5% mpu 27004™"), a pH MPOMEKYTOUHBIX 0OBEMHBIX CKOPOCTSX HAGIIOAANNCH 3HAYMTEIBHO HU3KHE
BBIXOAbl Bonxopoda. [IpuumHBI MONOOHOW 3aKOHOMEPHOCTH MPEACTOMT W3YyYUTh B JAIBHEHIINX
3aIUIaHUPOBAHHBIX UCCIIEIOBAHUSIX C IOMOIIBIO (PU3UKO-XUMHUUECKUX METOJI0B UCCIICIOBAHUS.

o
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a

750 1200 1350
Ob0beMHaRA CHOPOCTL, gy

Pucynok 6 — BiustHue 00eMHON CKOPOCTH Ha BBIXOJ BOJOPO/Ia MPH OKKCIUTENFHOM npeBpamennu C;-C, cmecu
Ha HaneceHHOM 1% MoCrGa karanusarope npu T=500°C

[IpoBeneHsl HccneAOBaHUS MO OMNPEICICHUIO ONTHUMAIBHONW KOHIICHTPAIMU BEIIECTB M COCTaBa
PEaKIMOHHON CMECH OKHCITUTEIFHOW KOHBEPCHH aKaHOB. Tak, IJIs ONpeAeIIeHNsT ONTUMAIBHOT'O COCTaBa
PEaKIMOHHON CMECH OCHOBHBIX PEAKIIMOHHBIX Ta30B ObLIO M3ydeHO BiusHUEe cooTHomeHus CH4:0, B
napuuagbHOM OKHcieHuHn metana Ha 5%Cu-La/ZSM-5+Al,0; kaTanu3aTope mpu paHee ONpeaesieHHbBIX
ONTUMAJIBHBIX YCJIOBHUSIX PEAKIUU T=8000C, W=6000u". U3 JAHHBIX TaOMUIBI 2 BHUIHO, YTO IIPH
WCCIIeIOBaHNU TIpeBpaleHns Metana nmpu cootHomennn CH,:0,=1,0:1,0, ¢ MpOIICHTHBIM COepKaHUEM
peakimonHbIx Ta3oB CH4(50,0%):0,(50,0%) wxonBepcuss merana coctaBuina 10,0% c¢ oOpazoBaHueM
20,0% Bonmopona, a Taxxke 1,0 u 2,0% 3TaHa u 3TUIEHA, COOTBETCTBEHHO. [Ipu yBeIuUeHUH conep KaHus
MeTaHa B UCXOIHOH peaknuoHHo# cMecH (cootHOomeHne CH4:0,=2,0:1,0, wim B MPOIICHTHOM OTHOIIICHUHT
CH4:0,=67,0:33,0) mpeBpaleHue HCXOJAHOTO MeTaHa MoBbImaeTcs 10 35,0% c¢ Bexomom 65,0%
Bojopoaa, 8,0% C,-yraneBomoponoB (2,0% stana u 6,0 sTrieHa) 1 He3HaUUTENbHOTO KonmuecTsa (0,2%)
MPOTUIICHA.

Tabmuna 2 - Bmustaue coorHomenns CH,:O, B mpomecce OKHCAUTENFHOTO MIPEBPALICHUS METaHA
Ha 5%Cu-La/ZSM-5+Al,0; karanuzatope
VYcnoBus peakuuu: TZSOOOC, V=6288 LI'I, 1=0,57¢

Konnenrpauus Coornomenne CHy : | Xcpg, % Boixon Hy, % Boixog C,Hg, | Beixon C,Hy,
CH4 . 02, % 02 % %

50,0% : 50,0% 1,0: 1,0 10,0 20,0 1,0 2,0

67,0% : 33,0% 2,0:1,0 35,0 65,0 2,0 6,0

75,0% : 25,0% 3,0:1,0 15,0 28,0 1,5 3,3

80,0% : 20,0% 4,0:1,0 5,0 5,0 1,2 2,9

Opnnako mpu AanpHeimeM moBwiieHnH coaepkanus meraHa CH4:0,=3,0:1,0 (CH4:0,=75,0:25,0,
(%)) xoHBepcusa MeraHa yMmeHbIImiIach A0 15,0% C OJHOBpEMEHHBIM MOHIKEHHEM KOJHMYECTBA
obpazoBanus Bomopoxa mo 28,0% u C,-yraeBomoponoB a0 4,8% (1,5% stana u 3,3% stunena). [lpu
JNajgbHeieM TMOBBIIEHUHA conepkanuss MeraHna g0 CH4:0,=4,0:1,0 (CH4:0,=75,0:25,0, (%))
npeBpalieHne MeTaHa yMmeHpmanack 10 5,0%. Ilpu BappupoBaHHM OOBEMHOW CKOPOCTH pEakiuu B
pEeaKIMoOHHOW cMecH Habmogamoch oOpa3oBaHHE Malloro KonmdecTBa mpomwieHa mo 1,0% u
HE3HAYHUTEIHHOTO KOJIMYECTBA JIUOKCUIA YTICpOIa.
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Takum o0Opa3oM, TOKa3aHO, YTO IPHU T=8000C, V=6000q'1, 1=0,57c mpouecc UAET CEIEKTUBHO
COTJIaCHO CTEXHOMETPHUU PEaKIHH IMPH ONTHMAIBHOM COOTHOIICHHHM HCXOTHOW PEaKIIMOHHOW CMECH
CH,4:0,=2,0:1,0.

s ompeseneHUs ONTUMAILHOTO COOTHOIICHUS OCHOBHBIX PEAKIMOHHBIX Ta30B OBLIO HM3YYCHO
BmusHue cooTHomeHuss CH4:0, B CKO CHy nHa 1,0%Pt-Ru/2%Ce/(0+0)Al,0; karanmzatope npu
ornruMmansHON T=1173K, V=9 10511'1, 1=0,004 c. I3 maHHBIX TaOIUIEI 3 BHIHO, YTO TIPH COOTHOIICHUH
CH4:0,=1:1 xouBepcuss wmetana cocrasisuia 50,0%, cemektusHoct H, mw CO 50,0 u 40,0%,
COOTBETCTBEHHO, cooTHomeHne H,/CO=2,5. YBenmuenwe cootHomeHnus mo 2,0:1,0 mpu u3MeHEHHH
koHteHTparu CH, ot 2,0 1o 1,6 ymydmmmaeT Bce IMOKa3aTelld Ipollecca JI0 MaKCHMAaIbHBIX 3HAYCHUH,
OJIHAKO TIpH NajbHEHIeM MoBbImeHnH cooTHomeHus no 3,0:1,0 u 4,0:1,0 mpeBpamieHne HUCXOTHOTO
MeTaHa MOCTENEHHO YMeHbIIanoch 10 41,2%.

Tabmmna 3 - Bmusiaue cootnomenns CH4:0, B mpouecce CKO CHy Ha 1,0%Pt-Ru/2%Ce/(0+0)Al,O3 katanuzaTope
Yenosus onsira: T=1173 K, V=9 10’4, t=0,004 ¢

Konuenrpanus CooTHoleHre Xcns, Y0 Shz, % Sco, % H,/CO
CH4 . 02, % CH4 . 02
1,0% : 1,0% 1,0:1,0 50,0 50,0 40,0 2,5
2,0% : 1,0% 2,0:1,0 100 100 100 2,0
1,6% : 0,8% 2,0:1,0 100 100 100 2,0
2,7% : 0,9% 3,0:1,0 66,6 100 100 2,0
3,4% : 0,85% 4,0:1,0 41,2 100 100 2,0

Ompeneneno, uto mpu T=1173K, V=9:10"a"", 1=0,004 ¢ MpoIecc HIET CENEKTHBHO COTIACHO
crexuoMmerpun peakmmn CKO wmerama B cmHTe3-ra3 CHy+%20,—»CO+2H, mnpum onrtuMamsHOM
COOTHOIICHUH UCXOHOM peakimonnoi cmecu CH4:0,=2,0:1,0.

Takum o00pazoM, yCTaHOBIIEHO, 4YTO TIIPH BabUPOBAaHWUU KOHIIEHTPAI[MM BEHIECTB W COCTaBa
PEaKIMOHHOM CMECH B OKHCIUTCIHEHOM TIPEBpPANIEHHH MeETaHa TPUPOTHOTO Ta3a B BOJIOPOA U
BOJIOPOJICOACPXKAIIYI0O CMECh Ha pa3pabOTaHHBIX KATATUTHYCCKUX CHCTEMax BHE 3aBUCHMOCTH OT
COCTaBa KaTajau3aTopa ONTUMAIbHBIM ABiseTcs cooTHomenue CH4:0,=2,0:1,0 mpu KOTOpoM JOCTUTACTCS
MTOJTHOE TIPEBpAICHUE UCXOAHOTO METaHa B IIEJICBBIC MPOTYKTEHI.

BbIBOABI — MPOBEICHO HUCCIICAOBAaHUE BapbUPOBAHUS TEMIIEPATypbl U OOBEMHON CKOPOCTH IPH
OKHUCIIUTEIILHOM TPEBPAIICHUA METaHa W MPOTaH OyTaHOBOH CMECH B BOJIOPOJ U BOJOPOJICOEPIKAIIYIO
cMech Ha 5,0%Ni1/ZSM-5+A1,03, 5,0%Ni1-K/ZSM-5+A1,05, 5,0%Ni-La/ZSM-5+A1,03, 5,0%Cu-La/ZSM-
5+Al1,05, 5,0%Ni-Cu-Nd/ZSM-5+A1,0;, 1,0%Pt-Ru/2%Ce/(0+a)Al,0;, a Takxke Ha HaHeceHHOM 1%
MoCrGa karanuzaTope. YCTaHOBJICHO, YTO ONTHMAIBHBIMH YCJIOBUSMHU B IPEBPALICHHH HCXOJHOTO
MeTaHa MPUPOAHOrO ra3a Ha pa3pabOTaHHOM akTHBHOM OumetamuimueckoM 5,0% Cu-La/ZSM-5+AL,04

karanuzarope sBisroTcs: T=800-900°C u V=6000u l C TIOJyYeHUEM B PEaKIMOHHOM cructemMe oT 65-69%
BOJZIOpOAa. Y CTaHOBJIEHO, YTO JUIS MPEBPAIEHHs] UCXOMHOTO METaHa B BOJOPOJICOAEPKAIIYI0 CMECh Ha
HuskomnporeHTHoM 1,0%Pt-Ru/2%Ce/(8+a)Al,O; xaTamuzaTope ONTUMAIBHBIMH yCIOBHSIMH SIBIISTFOTCS:
T=800-900°C u V=1058-10°-900-10> u”', CH4:0,=2,0:1,0. Onpezeneno, uto Ha Hanecentom 1%MoCrGa
katanu3atope npu okucnennn Cs;-C4 cMecn nomydeHo 10 70% sogopoaa npu T=550°C u V=3150q".

Hcrounuk ¢unaHcHUpoBaHUS HccaenoBaHUi. Jta paboTa ObUIa To[uepkaHa MHHHCTEPCTBOM
oOpaszoBanus 1 Hayku Pecnyonuku Kazaxcran, rpant 0220/T11[P-15-MOH/1-150T.
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C.A. Tynraraposa, T.C. BaiizkymanoBa, 3.T. KexcendaeBa, /I.b. AGayxajabIKoB,
M. Kymabek, K. Kacsimxan, P. CapcenoBa

J1.B. CokonbCkuil aTRIHOAFBI OPTaHUKANBIK KaTaJIH3 KOHE AIEKTPOIH3 HHCTHTYTHI, AJIMAaTHI K.
KEHIJI AIKAHJIAPJIbIH CYTEK IIEH CYTEKTI KOCITAFA TOTBIFYbI

AnHoTanus. JKyMbICTa ankaHIap/aH )KacallFaH cyTeri 0ap »oHe CYTEeKTi OThIH KOocHajap/bl CHHTE3/eY YILIiH
KaTajau3aTtopyiapAbl IpiKTey THIMJI JKOJJApbIH KYpyFa HOTW)KEIEpl YChIHbUIFaH. TaOWFu >KoHE ijgecne MyHai
ra3JapblHblH aJKaHJap KBIIIKbUIIAHY adbipdacTay peakius (TeMmieparypa, XKalaaMIblK KeJjeMi, 3aTTeKTep
KOHLICHTPALMSICBIHBIHTYPJICH/IPY1, PEaKIMsUIBIK KOCIIAaHbIH KYPaMbl) TEXHOJIOTHSIBIK MapaMeTpiIepiHiH TYPIeHIIpY
3epTTeyi OTKI3IIreH.

TaOuru razgarel METaHABI CYTEK JKOHE CYTEKTI KOCHAara TOTHIFY PEaKIUACHl VIIIH MOHO-, OH- JKOHE
KOIIKOMITOHEHTT] KaTalu3aTopiiap OHIIpiUIreH. buMeTaurapl MeH YII KOMIIOHEHTTI KaTalIMTHKAIBIK SKyHenep
ANFalIKbl PEAKIUSUIBIK KOCIAHBIH CYTEK XKOHE CYTeKTi KOochalapra aiHaybl OOMBIHIIA OHTANIIBI €KSHI AaHBIKTAJI/IBI.

5,0% Cu-La/ZSM-5+ Al,O; enpmenreH OenceHmi OMMETAUIABI KaTalu3aTopia TaOWFU Ta3[blH aJFaIIKbI
METaHBIHBIH allHAITyBIH/Ia OHTAMIIEI JKaFqaiap: peakuusuIbIK xKyiene 65-69% cyrekri amysimen T=800-900°C xone
V = 6000 4. AnFaiksl MeTanblH CyTeKTi Kocrara aitHanysl yiriH 1,0%Pt-Ru/2%Ce/(0+a)Al,03 ToMeHnaibI3abIK
KaTanu3aTopaa OHTaimel skarmaimap: T = 800-900°C sxome V = 105810° - 900-10° u'. 1%MoCrGa
karanuzatopsiaaa C;-C4 KOCHAachHBIH TOTHIFY HoTIbKeciHae T=550°C sxome V=3150 u! xarnaiibinaa 70% neiin
CyTEK OHIIpiII.

Tyiiin ce3nep: ankaHmap, KaTaau3aTop, CYTEK JKOHE CyTEKTI Kocmaiap.
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