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NMUPOJIU3 METAHA HA HAHECEHHDbIX
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WHcTutyT npobnem nepepabotku yrnesogopopos CO PAH, Omck

B 6eckucnoposHoM nuponuse MeTaHa uccnenoBaHbl TepmoctabunbHele okcuaHble (Al,05, Zr0, MgO u Ca0) katanusatopbl, HaHeCEHHbIE Ha pe-
3UCTUBHBII HOCUTENb — Kap6opyHp. [lo6asneHue MgO, Zr0, n Al,05 k uncToMy KapbOpyHAY NPUBOAUT K 3HAYUTESILHOMY YBENUYEHWIO KOHBEP-
CUW METaHa W CeNeKTUBHOCTU No aleTuneHy. MNpu sTom HaHeceHne Ca0, Ha06OPOT, B LLENOM CHUKAET aKTUBHOCTb HAHECEHHBIX KaTaanu3aTopoB.
MakcumanbHas cenekTMBHOCTb No auetuneHy 23,6 % Obina nonyyeHa Ha karanusarope Mg0/SiC npu koHBepcum meTaHa 68 % npu t = 1290 °C.
Wccneposakue obpasua Mg0/SiC nokasano, 4To B TeyeHue bonee 4 4 paboTsl B nuponuse metaHa (15 % CH, B a3oTe) npu Temnepatype 1300 °C
KaTanm3aTop COXpaHAN CBOM KaTaNUTUYeCKue XapaKTepucTUKM (CTeneHb npeBpalleHns MeTaHa =69 % W ceNeKTUBHOCTb NO aueTuneHy =22 %)
1 He paspylancs, YTo CBA3aHO C OTCYTCTBUEM YINEPOAHON KOPPO3UN Pe3UCTUBHOTO HOCUTENs KapOOpyHAa B CPaBHEHWUU C MeTaIMYeCcKUMU

Katajnsaropamu.

KnioueBble cnoBa: NUPONU3, MeTaH, Pe3UCTUBHbIE KaTann3atopbl, Kap6opyH,u,, aueTuneH.

BBepeHue

Hcnonb3oBaHre MPUPOIHOTO M TONMYTHBIX Ta30B,
OCHOBHBIM KOMITOHEHTOM KOTODBIX SIBJISICTCSI METaH, B
KauyecTBEe ChbIPbs JIJIsI MOJYUYEHUS] HEHHBIX XUMUYECKUX
MpoayKTOB, Hampumep C,-yIIeBOAOPONOB, — HACyIIHAS
npobiaeMa coBpeMeHHol xumunu [1, 2]. CoraacHo TepMo-
IUHAMUYECKUM pacuetam [3, 4], mpeBpallleHue MeTaHa B
ONIMH U3 IICHHBIX MPOMYKTOB — alleTUJIeH — Hanubosiee Bbl-
TOIHO OCYIIECTBIISTH IIpU TemIteparypax cBoiiie 1000 °C.
Ho aieTusieH jierko pasjiaraercsi 10 yrjiepojaa U BOjO-
pona, Mo3TOMY JJIsl YBeJIMYEHU S BbIXOa alleTUeHa He-
00XOIMMO TOYHOE COOJIIOEHNE CIENYIOMMX YCIOBHIA
MpoTeKaHus peakuuu: TeMmnepatypa Boimre 1000 °C, mu-
HUMaJIbHOE BpeMsI KOHTaKTa, ObICTpOe OXJaxXKIeHUe pe-
aKIMOHHOI cMecu mo Temmeparyp Huxe 300 °C.

[Muponau3 MeTaHa MOXHO pa3fejiuTh Ha TPU OOJIbIITNE
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I'PYIIIBI POLIECCOB, C MOMOILIbIO KOTOPBIX MOJTyYaloT Lie-
JIEBOU TIPOAYKT:

1) mepmuueckuii nupoaus [5];

2) okucaumenvhblii nupoaus [6—38|;

3) naazmoxumuueckuii nupoau3, KOTOPbI OCYIIECT-
BJISIOT JIUOO HETOCPEACTBEHHO B BJIEKTPUUYECKON ayre
(371EKTPOKPEKMUHT), TUOO0 B IIJIa3MEHHOU CTpye (HU3KO-
TeMIiepaTypHas TJja3ma) BOAOpPOJA WJIM APYroro rasa
[8§—10].

Heobxonumple ycnoBusl peakKIlMM MOTYT OBITH IIO-
JIy4eHbl TaKXe TpPU TPOBEIEHUU TMHUPOJIM3a MeTaHa C
WCTOJIb30BAHUEM  TOKOMPOBOASIIINX  (PE3UCTUBHBIX)
MaTepualioB B KauecTBe KaTaiuzaTopoB [11—16]. Panee
HaMu ObLIM TIPOBENEHbI MCCIEAOBAHUS IO TOJYyYSHUIO
C,-yIeBofOpOAOB, B MEPBYIO Ouepelb aleTUeHa, Ha
PE3UCTUBHBIX KaTaJu3aTopax Ha OCHOBE TYrOIJIaBKUX
CILJIAaBOB M METAJIJIOB C BHICOKMM OMUYECKUM COTIPOTUB-
JIeHVeM Tumna (expast, HuUXpoma, MoJuGaeHa, TJIaTUHbI
[17—19]. beiiu omnpeneneHbl 0COOEHHOCTU MPOTEKAHUS
CyOOKUMCIUTETBHOTO U 0ECKUCIOPOJHOTO MUPOJIU3a Me-
TaHa U dTaHa, YCJIOBUS MOJYyYeHUsS] MAKCUMaJIbHBIX BbI-
XOZIOB alleTUJIeHa, UCCIIEAOBAHBI YTJIEPOIHbIE OTIOXEHU I
Ha KaTtajuzaTopax. B muposnmsze mMeraHa ObIIM Takxke
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O6ume BOMPOCHI Katanu3a

HCCJIEJOBaHbI
Ha PE3NCTUBHBIX HOCUTCIIAX. Brino YCTaAHOBJIEHO, 4YTO
OCHOBHBIM IIPENATCTBUEM OJIdd MCIIOJb30BaHUA METaAJl-

HAaHCCCHHBIC OKCHUIHBIC KaTaJIu3aToOphbl

JMYECKUX KaTajJlu3aTopoB U HOCUTENE SIBJSIETCS YIJie-
ponHas KOppo3us, IPUBOIAIIAs K UX pa3pyiieHuto [20].
IToaToMy Ha poJib KaTaau3aTopa, a TaKXe M HOCHUTEJS
HaMu ObLJ BIOpAaH MU3BECTHBINM PE3UCTUBHBIN MaTepual,
HCTIOJIb3YeMBIi B KaueCTBe HarpeBaTeJIbHBIX 2JIEMEHTOB
MydeIbHEIX TTeUeil, a UMEHHO Kapoua KpeMHUs (Kap0o-
PYHJ), HE TIOJBEpralouiniicsl yrjiepogHOl KOPPO3UU IO
CBOEH MpUpoLIe.

B pa6ore [21] Hamu OBLIM MccliemOBaHbBI pexpaiab U
KapOOpYyHII, a TaKXe 9TU MaTepuasbl C HAHECEHHBIMU
Ha HUX TepMocTabuiabHbIMU okcugamu (Fe,0s, Cr,03,
Zr0,, Al,05 u SiO,) B KauecTBe KaTaJU3aTOPOB peak-
UK OECKUCIOPONHOTO MUPOJINU3a MeTaHa B alleTUJIEH.
Bbi10 ycTaHOBIEHO, UTO MpeBpallleHue MeTaHa Ha Kap-
6opyHae HaunHaeTcd npu temmeparype 600 °C. Ilep-
BBIMU MPONYKTAMU PeaKIIUU SIBJISIIOTCS 3TaH U 3TUJIEH,
IS KOTOPBIX MAKCUMYM CEeJIeKTMBHOCTH JOCTUTAETCS
npu remieparypax 1000 u 1050 °C cooTBeTCTBEHHO, T.€.
ropasio 6ojee BBICOKMX, YeM B ciyuyae TepMooopabdo-
taHHoro (dexpans (800—900 °C). CenekKTUBHOCTbH MO
aueruneny npu 1200 °C He npeBbiiiana 5 %, npu 3ToM
MOBEPXHOCTh KapOOpyHJa MNpakKTUYECKU OJHOPOJHO
OblJIa MOKpBITAa yriaepomoM. HaHeceHHe OKCUIOB Ha
KapOOpyH I TPUBEJIO K YBEJIMUYESHUIO KOHBEPCUU MEeTaHa
MO CPaBHEHUIO C UCXOJHBIM HOocUTedeM. Makcumalb-
Hasl CeIEKTUBHOCTH MO alleTUJIEHY Oblja MmojiyyeHa Ha
karanusaropax 3 mac.% ZrO,/SiC u 3 mac.% Al,05/SiC.
HccnenoBanue camoro kKapobopyHiaa U od6pas3loB ¢ Ha-
HECEHHBIMM Ha HEro OKCHAaMM T0Ka3ajo, YTO TeMIIe-
paTypHBIA MaKCUMyM CEJIEKTUBHOCTHU IO aleTUICHY
KOppeJupyeT ¢ TeMIepaTypoil Hauyajna oOpa3oBaHUSs
Ha MOBEPXHOCTU KaTajJu3aTopa YIJIEePOAHBIX BOJOKOH.
Ipu aTOM 0Opa3zoBaHMWE BOJOKOH MPOUCXOOUT Ipe-
MMYIIECTBEHHO Ha TOBEPXHOCTU HAHECEHHBIX OKCUIOB
aJIOMUHUS U LIUpKOHM [21].

B paHee BBIIOJTHEHHBIX paboTax JJIsI MMPOJIM3a MeTa-
Ha UCIOJb30BaTU OKCUIBI ¢ KUCIAOTHBIMU (Z1r0O,) U aM-
(orepubimu (Al,O5) cBoiicTBamu. HTEpecHO ObLIO HC-
MBITaTh B MUPOJIM3e MeTaHa HaHeCEeHHbIe Ha KapOOpYHI
OKCHJIbl OCHOBHOT'O TUIIa — LeJ0YHO3eMebHbie MgO u
CaO.

Lenpio HacTosIEeil pabOTHI ObLIO TIOTYYUTH NaHHBIC
1Mo 00pa3oBaHUIO aleTUIEHA B OECKUCIOPOIHOM MUPOJIU-
3e MeTaHa Ha KaTtanusaropax 5 Mac.% CaO u 5 mac.% MgO,
HaHeceHHBbIX Ha SiC u Ha cucteMbl Al,03/SiC u
Zr0,/SiC, a Tak:Xe JaHHBIE O PECYPCHOM BpeMeHU pabdo-
THI JIYYIIIETO KaTajau3aTopa B YCIOBUSIX MaKCUMaJIbHOTO
BBIXOJIa alleTHJICHA.

JKCcnepuMeHTaNIbHAA YacTb

Cunme3 HaHeceHHbIX Ha SiC kamanuzamopos
Mg0y/SiC, Mg0/AL,0,/SiC, Mg0/Zr0,/SiC,
u Ca0/SiC, Ca0/Al,05/SiC, Ca0/Zr0./SiC

B kauecTBe TmpeniecCTBEHHUKOB OKCUIHBIX TIOJ-
noxex Al,O3 u ZrO, ucnoas3oBanu Al(NO;);06H,0 u
ZrO(NO;3),92H,0. ITockonbKy MOBEpXHOCTb KapOOpyH-
na ruapodoOHa, TO IJIsi ero MPONUTKHU MCIOJb30BalIu
BoAgHO-criupToBbIe (1 : 1) pacTBOpHI MpealIeCTBEHHUKOB.
Ilocne mponuTKu 00pa3ubl CyUIUIW MPU TeMIlepaType
120 °C B TedyeHue 1 4 B cylImIbHOM IIKady, 3aTeM IIpo-
KanuBanu B MmydenbHoit meuu nipu 1200 °C B TeueHue 3 4.
IIporiecc mponmuUTKU U TEPpMOOOPAOOTKY ITOBTOPSIIU IO
HaHeceHus 10 mac.% okcunos Al,O3, ZrO,. 3aTeM Ha 1o-
JIy4eHHble 00pa3libl, a TaKXe Ha MCXOAHBIM KapOopyH.
"HaHocuan MgO u CaO. CuHTe3 00pa3lioB C HaHECEH-
HeiME MgO u CaO ocylIecTBISIIN TaKXe IPOIMUTKOM 13
BomHO-cnupToBHIX (1 : 1) pacTBOPOB HUTPATOB COOTBET-
CcTByIOIIMX MeTaJuloB. [lociie HaHeceHMsT HUTPATOB 00-
pa3usl cymuiay npu 120 °C B TeyeHure 1 9 1 IIpoKaJIuBaInd
B MydenbHoit meuu nipu 700 °C B TeueHue 1 4. [ponutku
U TepMOOOPabOTKM MOBTOPSIIN 10 HaHeceHUs1 =5 Mac.%
MgO unu CaO.

UcnbimaHue Kamaau3amopos
8 nhupojsiuse MemaHa

Jst u3y4eHU s MUPOoJiM3a MeTaHa Ha pe3UCTUBHBIX Ka-
TaJau3aTopax MCIIOJAb30BaJIM IIPOTOYHYIO YCTAHOBKY [1] ¢
KBapIeBbIM peakTopoM. Harpes KaTaiusaTopa 10 TeMIIe-
patyp 700—1400 °C u BbIlIE OCYIIECTBIISIINA ITIEPEMEHHBIM
2JIEKTPUYECKMM TOKOM. TeMIepatypy u3Mepsiain 0€CKOH-
TaKTHBIM METOJIOM C MCITOTb30BaHMEM ONMTUUYECKOTO MH-
pomeTtpa (IT11-10, mpousBogutensr OAO HIIIT «Btaion»,
r. OMcK) ¢ 1a3epHBIM HaBedeHHEM Ha Katajm3atop. Ha
pa3orpeThiii BJIEKTPUYECKMM TOKOM KaTaJu3aTop IT0-
naBajii UCXONHYIO PEaKIIMOHHYIO CMeCh, COAepKalllylo
15 % mertana B azoTe. MccienoBaHue KaTaau3aTopoB Ha
OCHOBe KapOOPYHIIOBBIX CTepKHell (paboyasi 4acTh CO-
craBisia 30 MM, TuamMeTp 8 MM) IIPOBOIMIJIN B peakTope
IuaMeTpoM 32 MM MpU CKOPOCTH ITOJaYM Ira30BOM cMecu
100 M1/MUH.

[TpoOy cMecu Tociie peakTopa HalpaBJIsiiv Ha XpoMa-
Torpaduyeckuii aHaau3, KOTOPbIM MPOBOAUIN HAa XPO-
matorpade <«IIBET-500M». ComepxkaHue OCTAaTOYHOIO
MeTaHa 1 00pa30BaBIINXCS TPOAYKTOB — 3TaHa, 3TUJIEHA
U alleTuJieHa — OMPeesJIv C TTOMOUIbIO MJIaMEHHO-M0-
HU3AIIMOHHOTO JETeKTOpa. YCIOBUS XpomaTorpadupo-
BaHUS: KanuJUispHasi KoJIoHKa IUiMHoit 30 M ¢ Hemoj-
BUXHOH (pa3oii SiO,, naBaeHue raza-Hocutens (a3oT) —
1 KFC/CM2, pacxon Bozayxa 300 MJI/MUH, pacxoi Boiopoaa
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30 ma/muH, Temneparypa konoHku 50 °C. CoxmepxxaHue
azoTa (MO3BOJISIET YUYUTHIBATh pa3baBieHUE CMECH, KO-
TOpOE TIPOMCXOIUT 3a CUET BBIIECISIONIETOCS BOIOPOJA B
npouecce XMMHUYECKO peakuum) U obpasytouerocss H,
aAHAJM3UPOBAJIM C TIOMOIIBIO JIETEKTOpa IO TEIJIOMPO-
BOIHOCTH. YCJIOBHUSI XpoMmarorpachupoBaHUs: HacagodHast
KoJIoHKa ¢ 1eoautoM CaA aiauHo#t 1,5 M, CKOpOCTb ra-
3a-HocuTest (aproH) — 50 MJI/MUH, TOK AeTeKTopa 164 MA,
Temneparypa koinonku 50 °C.

Pe3ynbTatbl U 06CyKACHUE

Ha puc. 1 npenctaBieHbl pe3yabTaThl UCIIBITAHUMN Ka-
tanuzatopoB MgO/SiC u CaO/SiC, a Takxke MCXOTHOIO
KapOopyHa B TUPOJIM3e MeTaHa.

KonBepcus metana (cM. puc. 1, @) Ha KaTaau3aTopax
B o6sactu TeMmnepatyp a0 1000 °C He npesbimaer 10 %,
Ho ripu 1000 °C koHBepcus Ha obpasue MgO/SiC 3ameTHO
Bolire, yeM Ha CaOQ/SiC u SiC. OCHOBHBIMU NPOAYKTaMU
peakIuy B 3TOI 00J1aCTU SIBISIOTCS 3TaH U 3TujaeH. [1pu
3TOM Ha KapOopyHe CeIeKTUBHOCTD IO 3TUM YTJIEBOI0-

Konsepcus merana, %

a
80 -
- -
o SiC
604 , MgO/SiC

A CaO/SiC

1050 1250 t,°C

Cenexrusnocts o C,H,, %
30
o

25- [

204
o SiC

= MgO/SiC
A CaO/SiC

15+

850

1250 t,°C

Puc. 1. 3aBucMMOCTb KOHBEPCUM MeTaHa (a) 1 ceneKTUBHOCTY (6)
no aueTuieHy OT TeMnepaTypsl Ans Katanusatopos SiC,
Mg0/SiC, Ca0/SiC

Tabnuua 1

KoHBepcua MeTaHa U CeIEKTUBHOCTb MO aleTUJIeHy
B peaKuuu NMposu3a MeTaHa Nnpu Temneparype
1200 °C Ha yncTom Kap6oOpyHAE U C HAHECEHHbIMU
Ha Hero OKCMAaMU aNnloMUHUA U LUPKOHUA

KoHBepcus CenekTMBHOCTb
Karanusatop
meTaHa, % no aueruneny, %
SiC 34 6,5
10 mac.% Al,053/SiC 57 13,0
10 mac.% Zr0,/SiC 59 21,0

pomnaM (3taH — 10 % mipu 1000 °C, stunen — 19 % npu
1050 °C) 3HaYMTENHHO BBIIIE MTOJYYEHHBIX 3HAYCHUI Ha
KaTtaju3aTopax, ComepKallnX Kaabllnil U MarHui (3TaH —
2 % nipu 1000 °C, atuned — 4 % nipu 1150 °C). B o6nactu
6oJiee BHICOKMX TeMITepaTyp KOHBEPCHsI METaHa Ha HaHe-
CEHHBIX OKCHUAAaX IIeJIOYHO3EMETbHBIX METAJJIOB BBIIIE
MOJyYeHHON HAa YUCTOM KapOOpyHIE, UTO MOXET OBbIThb
CBSI3aHO C M3MEHEHMEM COCTaBa KaTajau3aTtopa — (op-
MHUPOBaHUEM YTJIEPOMHBIX OTIOXEHHH U BO3MOXHBIM
00pa30BaHUEM IMOBEPXHOCTHBIX COCIMHEHU 1IEJOYHO-
3eMeJIbHBIX OKCUJIOB C YIJIEPOIOM (KapOuI0B U OKCUKAP-
6unoB). VI3 HaHeCEHHBIX MHICJIOYHO3EMEIbHBIX OKCHUIIOB
HauboJjiee aKTUBHBIM M CEJIEKTUBHBIM KaTajanu3aTopoM
00pa3oBaHus alleTUJIEHA SIBJSIETCSI HAHECEHHBI Ha Kap-
O6opyHI okcua MarHus (cM. puc. 1, 6). Hanecenue okcuna
KaJIbliusl, HA000POT, MPUBOJAMUT K CHUKEHUIO CEJIEKTUB-
HOCTH 1O alleTUJIEHY.

B Tab6n. 1 mpuBeneHbl JaHHBIE MO KaTAJIUTUYECKUM
xapakTepuctukam obpasnos 10 mac.% Al,03/SiC un
10 mac.% Zr0O,/SiC no nx MmoauduinpoBaHUs OKCUIAMHI
KaJbIus U MarHus. Kak BUmIHO, 3TV cUCTeMBI TaKke 60-
Jiee aKTUBHBI B peakIlIMK MUPOJIM3a MeTaHa, YeM YUCThIi
KapOopyHa. M3 maHHBIX Taba. 1 TakxXe ciaeayeT, 4TO YeM
GoJipIlle CTEMeHb MpeBpallleHus, TeM BBIIIE CEJIeKTUB-
HOCTb IO allETUJIEHY.

3aBUCMMOCTH KOHBEPCHUM MeTaHa M CeJIeKTUBHOCTU
0 alleTUJIEHY BO BCell M3YYeHHOU 06JIacTH TeMIlepaTyp
s katanusatopoB Al,O5/SiC, ZrO,/SiC nmpuBeaeHbl Ha
puc 2. BugHo, 4To mJIs1 JaHHBIX 00pa31IOB TeMIIepaTypHbIe
3aBHCUMOCTY KOHBepCHH MeTaHa B obmactu go 1100 °C
(cMm. puc. 2, a) coBnagarT. 3HAUEHUS CEJIEKTUBHOCTHU
1o alleTUJIeHY (CM. puC. 2, 6) IIpU TeMIlepaTypax BHIIIe
1000 °C pJist 3TUX KaTaJIM3aTOPOB pa3INIalOTCs, HO 1 IJIST
Al,05/SiC, u nna ZrO,/SiC MakCUMyM CEJIeKTUBHOCTH
no auerwiaeny Habmompaercsa npu 1200 °C. Ilo maHHBIM
XpoMaTtorpaduyeckoro aHajiu3a (31ech He TTPUBOASTCS),
CeJIeKTUBHOCTU Mo ApyruM C,-npoaykram (3TaH, 3THU-
JieH) HeBbIcOKM (He 6onee 15 % B cymme). Heobxomnumo
OTMETUTH, YTO HU3KOM CEJICKTUBHOCTU TIO allETUJICHY
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Kongepcus, %
a

804
604
| #10mac.% AlLO,/SiC
o10 mac.% ZrO,/SiC
404

O T T T
650 850 1050 1250 ¢, °C
CeJleKTUBHOCTSD T10 aleTHiIeHy, %o
25
o
204
a
B,
154
¢ 10 mac.% ALO4/SiC
o10 mac.% ZrO,/SiC
10
5
0
04

850

1050 1250  t,°C

Puc. 2. 3aBucMOCTM KOHBEPCUM MeTaHa (a) U CeNneKTUBHOCTH
no auetuneHy (6) ot TemMnepaTypbl A5 KaTaAn3aTopos
AL,05/SiC, Zr0,/SiC

COIMYTCTBYEeT 00pa3oBaHUe OOJIBIIIONO KOJMYECTBA YIJe-
pona Ha CTeHKaX peakTopa Haj KarajauzaropoMm. Becren-
CTBHE HEBBICOKOI CKOPOCTH I'a30BOT0 TIOTOKA OTIOXKEHUE
yIJiepojia B 3TOI 30HE MOXET ObITh CBSI3aHO C IOCTATOYHO
CUJIBHBIM TETJIOBBIM MOTOKOM YacTHUIl KOHJAEHCHPOBaH-
HOTO YIJIepoJia ¢ TTIOBEPXHOCTH PEe3MCTUBHOTO KaTaiu3a-
Topa (aHaJOrMYHOIo cTe(aHOBCKOMY).

IMpu mMomuduumupoBaHun Karaiausatopos Al,O;/SiC
n Zr0O,/SiC oKcHMAOM MarHusl KOHBEpPCUS MeTaHa Ha
HUX CHUXAaETCs, T.e. KpUBbIe KOHBEPCUU MeTaHa CIBU-
rarTcs B 00yacTh Oosiee BBICOKUX TemIepaTyp (puc. 3).
Heo6xonuMo OTMETHUTH, YTO, HECMOTpPS Ha CMeIleHUe
KPUBBIX KOHBEPCUU U CEJIEKTUBHOCTU B BBICOKOTEMIIC-
paTtypHylo obsacTp, Ans Karaiauzatopa MgO/Al,0,/SiC
MaKCHMaJlbHOe 3HAYeHHE CEJIEKTUBHOCTHU IO alleTHUJe-
HY BO3pacTaeT MoYTH B 1Ba pa3a (CM. puc. 3, @) mo cpaB-
HeHMIO0 ¢ HemonuduuupoBaHHbIM Al,03/SiC, a nng
MgO/ZrO,/SiC (cM. puc. 3, 6) MAaKCUMyM CEJIEKTUBHO-
CTU OCTaeTCsl Ha TpexXHeM ypoBHe. B Tabi. 2 comocTtaB-
JeHsl nipu oxHoit temmneparype (1290 °C) koHBepcuu
MeTaHa M CeJICKTUBHOCTH IO alleTHIIeHY 11st MgO-conep-

KonBepcust MeTaHa U CENEKTUBHOCTS 10 alleTUIIECHY, %
a

80

60 © X CH, (MgO/AL,0,/SiC)
X CH, (ALO,/SiC)

oS C,H, (MgO/ALO,/SiC)
= S C,H, (MgO/ALO,/SiC)

401

20
| B
() -3 e 5 .
650 850 1050 1250 t,°C
KOHBepCI/Iﬂ METaHa U CEJICKTUBHOCTH IO alICTUIIEHY, %
6
80
604 © X CH, (MgO/ALO,/SiC)
o X CH, (ALO,/SiC)
7 =5 C,H, MgO/ALO,/SiC)
40 m.S C,H, (MgO/ALO,/SiC)
20- SUI
o
0 r
650 850 1050 1250 t,°C

Puc. 3. 3aBucumocTtb KOHBEpPCUU MeTaHa (X) U CenekTUBHOC-
™ (S) no aueTuneHy oT TeMnepaTypsl A5 Nap KaTanusarto-
pos: a — Mg0/AL,05/SiC n Al,05/SiC; 6 — Mg0/Zr0,/SiC

n Zr0,/SiC

Tabnuua 2

KoHBepcusa MeTaHa U CENEKTUBHOCTb NO aueTUNeHy
B peaKuuu nuponusa metaHa ana Mg0-copepaymx
Katanusaropos npu t = 1290 °C

KoHsepcus | CenekTuBHOCTL
Katanusarop MeTaHa, | Mo alueTuseHy,
% %
5 mac.% Mg0/SiC 68 23,6
5 mac.% Mg0/10 mac.% Zr0,/SiC 61 22,7
5 mac.% Mg0/10 mac.% Al,05/SiC 57 27,1

KalluX KaTajJu3aropoB. BUAHO, 4TO HaMOOMBIIYIO aK-
TUBHOCTH IPOsIBIsIeT KaTanusatop 5 mac.% MgO/SiC,
a HamboJiee BHICOKYIO CEJIEKTUBHOCTh — KaTaJInu3aTop
5 mac.% MgO/10 mac.% Al,05/SiC.

B cnyyae MoaumpunumpoBaHMS KaTaJlu3aTOPOB
Al,0;/SiC u ZrO,/SiC okcuaoM KanbLusl HaOIIOgaeTCs
3HAYMTEJbHOE YMEHbIIIEHUE KOHBEPCU U MeTaHa Mo cpaB-
HEHUIO ¢ YUCTBIM KapOOpyHIOoM (cM. puc. 1), a Takxe ¢
CaOQ/SiC B obnacTu BbICOKMX TeMTiepaTyp (puc. 4, a).
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Tabnuua 3

KoHBepcuaA MeTaHa U CEIEKTUBHOCTb NO aLeTUNeHy
B peaKuMu NnMponu3a MeTaHa ANA KaTaan3aTopos
Ca0/SiC, Ca0/Zr0,/SiC, Ca0/Al,05/SiC

Temnepa- |KoHBepcua| CenekTMBHOCTb
Karanusarop o
Typa, °C | meTaHa, % | no auetuneny, %
SiC 1342+10 54 18
Ca0/siC 1342410 71 15,0
Ca0/zr0,/SiC  1336+10 60 19,5
Ca0/AL,05/SiC 1320410 41 20,5

Konsepcust metana, %
a

80
609 4 caoysic

-1 4 CaO/ZrO,/SiC
404 o cao/aLOysIC

04 T T T T
650 850 1050 1250 t,°C
CenexTUBHOCTD 110 alleTUjIeny, %
25
7]
204

159 w caossic
A Ca0/Z10,/SiC

104 © CaO/ALOySIC

850 1050

1250 t,°C

Puc. 4. 3aBUcMMOCTb KOHBEpPCUM MeTaHa (a) U CeNeKTUBHOCTH
no aueTuneHy (6) oT TemMnepaTypbl A5 KaTanu3aTopos
Ca0/siC, Ca0/Zr0,/SiC, Ca0/AL,0,/SiC

CeJIeKTUBHOCTD 10 alleTUJIEHY BO3PACTAET MO CPABHEHUIO
¢ CaO/SiC (cMm. puc. 4, 6), HO TIpH 3TOM OHa 3HAYUTEJb-
HO HUXe 3HAYCHUU CeJeKTUBHOCTEH, MOJyYeHHBIX Ha
Karanau3aropax, He MmoauduipoBaHHbix CaO, u Kpome
Toro, npu TemiiepaTrypax Bbiie 1350 °C celeKTUBHOCTh
0 alleTUJIEHY pe3Ko yMeHbIaeTcsl. MakcuMaibHas ce-
JIEKTUBHOCTD MO alleTUJIeHY NoJlyyeHa Ha KaTaJu3aTtope
Ca0O/Al,0,/SiC — 20,5 % npu xouBepcuu MetaHa 41 %
(tadm. 3).

KonBepcust MeTaHa U CENEKTUBHOCTS 10 alleTUIICHY, %
80

A
704 at A4 A4 oan A M oaa o,
604
504 A Konepcus merana MgO/SiC
® CenexTuBHOCTS 110 anerieny MgO/SiC
404
304
e® o0 Oo °® e oo
204 4o °®
10 T T T T
0 50 100 150 200 250

Bpems paboThl kaTanu3atopa, MUH

Puc. 5. KoHBepcus MeTaHa U CeNeKTUBHOCTb MO aLeTUNeHy
ans katanusatopa Mg0/SiC B TeyeHune 250 MUH paboTHI
npu t=1300 °C

Pe3ynbTaThl MICTIBITAHU ST KATAJIM3aTOPOB MOKa3bIBAIOT
HEe3HAUYMTEIbHOE BIMSIHUE KUCIOTHOCTU OKCUIOB Ha UX
KaTaJUTUYECKYIO aKTUBHOCTh B peaKIIMU MUPOJIN3a Me-
TaHa.

HaubGonee axkTuUBHBIA M CEIEKTUBHBIA 0Opa3sel]
MgO/SiC 6bl1 uCHBITaH B peaklMU MUPOJM3a MeTaHa
npu 1300 °C B Teyenue 4 4 (puc. 5). Kak 1 oxuaanaocs,
KaTaJIu3aTop He Tepsl aKTUBHOCTH, IPH 3TOM KOHBEP-
cust MeTaHa cocTaBisia 69 %, a CeJIeKTUBHOCTh ObljIa B
cpemHeM Ha ypoBHe =22 %.

3aknwuyeHue

1. MogudumpoBaHue IMIeJIOYHO3EMEIbHBIMM OKCH-
mamMu MgO u CaO kap6opyHaa ¥ KaTajJIu3aTOpPOB Ha €ro
ocHoBe Al,O3/SiC n ZrO,/SiC cylecTBEHHO U3MEHSET
WX KaTaJIUTUYECKHE XapaKTePUCTUKU B pEaKIUU MUPO-
Jiu3a MeTaHa:

— MonuGpUIMPOBaHUE YUCTOTO KapOOPYyHIa OKCUIOM
marausg (MgO/SiC) npuBoaUT K 3HAYUTETBHOMY yBEJI M-
YEHUI0 KOHBEPCUU METaHa M CEJICKTUBHOCTU IO alleTU-
seny (mpu ¢t = 1290 °C xoHBepcusl yBeauuuBaercs ¢ 46
10 68 %, ceneKTuBHOCTH — ¢ 14,1 10 23,6 %);

— nobasieHne MgO K KaTaJUTHYECKUM CHCTEMaM
Al,0,/SiC u Zr0O,/SiC npuBOIUT K YMEHBIIEHUIO KOH-
Bepcuu MeTaHa (¢ 57 1 59 no 20 u 25 % coOTBETCTBEHHO
nipu ¢ = 1200 °C) 1 ceJleKTUBHOCTH T10 aueTujieHy (¢ 13 u
21 mo 10 m 11 % cootBeTcTBeHHO pu ¢ = 1200 °C);

— pobasnenre CaO x Al,O3/SiC u ZrO,/SiC tak-
K€ OTPUIIATEIbHO CKa3bIBAETCSl Ha WX KaTaJUTUUYECKUX
CBOICTBaX: KOHBEPCHUS MeTaHa U CeJIEKTUBHOCTD 10 alle-
THJIEHY CHUXKAIOTCS.

2. B pesyabraTe ucciieqoBaHUN HaliaeHa MepCrieK-
TUBHAsl B peaklMu MUPOJIM3a MeTaHa KaTaJauTudecKas
cuctema MgQO/SiC, koTopas KaK MUHUMYM B TedeHUE 4 4
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npu 1300 °C coxpaHsijia CBOM KaTaJIUTUUYECKUE XapaKTe-
pucTHKHU (KOHBepcus MeTaHa =69 %, CeJIeKTUBHOCTD IO
aneTuneny =22 %).
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