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BaxxkHeliwuum arnobarbHbIM 8bI3080M, 8bI3bl8arolWUM 03ab04YeHHOCMb Yeriogeyecmsa, s18r1sem-
¢ usMeHeHue knumama 3emnu ecriedcmeue 8b16pocos napHukosbix 2alos (I1l). B ceasu ¢ amum
yanekucrnomHasi KoHeepcusi Memara (YKM) eHoeb ripusriekaem rnoebileHHOe 8HUMaHUE, MOCKOMbKY
8 rpouyecce 8 Kadecmee Chipbsi UCMOb3YMCs1 08a OCHOBHbIX NMapHUKO8bIX 2a3a — MemaH (CH,) u
Ouokcud yenepoda (CO,), npodykmom e3aumodelicmausi KOmopoeo Se/siemcsi CUHmMe3-2a3 — 0c-
HOBHOU cmpoumersibHbIlU 6510K 05151 npou3deodcmea yeHHbIX MPodykmos. [1poMbIuIIeHHOMY 0C80-
eHuto 0aHHO20 rpoyecca Mewaem bbicmpasi 0esakmueayusi Kamanu3amopa 8 pesyribmame e20
3aKokcosblgaHusi. Takxe Huskoe coomHoweHue H,/CO 8 obpa3syrouwemcs cuHmes-2ase, Komopoe
006b14HO HuUxXe 1.0, oepaHuYusaem Mymu e2o danbHeliwez20 UConb308aHUs. s peweHust amux
npobrem HeobxoOUMO co30aHUe HOBbIX 3GhGheKMUBHbLIX yCmOoUYUBbIX K KOKCO8aHUK Kamaru3amo-
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po8, ycosepuwieHcmeo8aHue Ux XUMUYeCcKo20 U CmpyKmypHo2o cocmasa u nymedl npueomoere-
HUSI, @ makxe onmumu3sayusi ycriosud rnpouecca. B 0aHHol pabome usy4deH 6umemannuyeckull
5%Co-Rh/Al,O; kamanuzamop, npu2omoereHHbil 30/1b-2elb MemMoOoM (YycosepuweHCmaeo8aHHbI
memod lequHu), 8 npoueccax yanekuci0mH{o20 U napoyaneKkuciomHo20 pugopmuHea MemaHa.
lMokasaHo, ymo 5%Co-Rh(98:2)/Al,0; 305b-2enb kamanudamop obnadaem 8bICOKOU aKmuU8HO-
CMbI0 8 Npoyeccax yernekucrIomHo20 U napoyaneKkuciomHo20 pughopmuHea memana. B nocned-
HeM criyqae ggedeHue napoe 800kl 8 cocmas ucxodHo2o CH,-CO, cbipbsi mo3eosnissiem peayru-
posamb cocmasom obpasyrouie2ocsi CUHmMe3-2asa 8 3agucuMocmu om Konuvyecmsaa 600sbl. [1pu
t=800° cmeneHb KOHBEepcuU MemaHa cocmaensem 92.5-95.8%, duokcuda yanepoda — 85.6-97.4%,
coomHoweHue H,/CO = 1,0-2,1 8 3agucumocmu om Konu4yecmea 0obaerneHHbIX napos 800kl

KITFOYEBBIE CJIOBA: memaH, Ouokcud yenepoda, yerneKucrnomHsbil puchopMuHe MemaHa,
CcuHmMe3-2a3, co-cooepxxaujull 30/1b-2e/1b Kamasusamop.
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lMapHukmik easdap (I1I") wiirapbiHObINapsl candapbiHaH Xep KuMambiHbIH e32epyi adam3am-
mabl anaHOamambiH eH MaHbI30bl XahaHObIK Macene 6onbin mabbinadsbl. OcbkiraH balinaHbicmal,
npoyecme wukizam pemiHoe eki Heaizei napHukmi eazdap, siFHU e3apa spekemmecyiHeH bararibi
©HiMOep eHAIpiciHiH Hezisai Kypaywbl brioei — cuHme3-2a3 my3emiH MemaH MeH KOMIPKbILWKbIT 2a-
3bIH KordaHFaHObIKMaH MemaHHbIH KOMIPKbIWKbIIObI KOHE8EePCUsICbl marbl 0a Ha3ap aydapmadsbi.
Byn npouecmiH eHepkacinmik damybiHa kKamanu3amopObiH KOKCMaHy acepiHeH bericeHOinigiHiH
me3 memeHOeyi kedepai kenmipedi. CoHdali-aK, cuHme3s 2a3biHOarbl H,/CO memeH KambiHachl,
a0emme 1,0-0eH meMeH, OHbI api Kapal natidanaHy xondapbiH wekmeldi. byn macenenepdi
weuwly ywiH KokcmeHyee mesimoi x)xaHa muimOi kamanu3damopnapob! Kypy, onapObiH XUMUSITbIK
JKOHE KYpbInbIMObIK KypambiH, dalbiHOay xondapbiH Xemindipy xeHe rnpouecc xardalnapbiH
OHmaunaHobIpy Kaxem. by xXymbicma mMemaHHbIH KOMIPKbIWKbIIObI XoHe Oy-KeMIPKbIWKbINIObI
pughopmuHai npouecmepiHde 305b-2enb adicimeH (MNeduHudiH xxemindipineeH adici) dalibiHOanraH
bumemandsix 5% Co-Rh/Al,O3; kamanu3damopsl 3epmmendi. 5% Co-Rh(98:2)/Al,0; 3onb-eenb Ka-
maru3amopbl MemaHHbIH KeMIpKbIWKbIIObI puchopMuHai npoueciHde xorapbl bericeHdinikke ue
ekeHOiei kepceminzaeH. CyObiH menwepiHe Kapali 6acmanksl CH4-CO, KypamOarsl wukidamka cy
OybIH eHeidy my3inzeH cuHmes-2a30biH KypambiH pemmeyze MyMkKiHOik 6epedi. T=800°C ke3iHOe
MemaHHbIH KOHeepcusi Ospexeci 92,5-95,8%, kemipkbiwKbin 2a3bl — 85,6-97,4% Kypatiobl, an Ko-
cbiniFaH cy 6ybIHbIH MenwepiHe 6atinaHbicmbl H/CO = 1,0-2,1 kambiHacka ue.

TYWAIH CO3[EP: memaH, KeMIpKbIWKbI 2a3bl, MEMAaHHbIH KeMIPKbILKbIOL! PUGOPMUHSI,
CUHMe3-2a3bl, CO KypaMObl 30/1b-2€/Tb Kamasu3amop.
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The most important global challenge of concern for humanity is the change in the Earth's climate
due to greenhouse gas (GHG) emissions. In this regard, carbon dioxide reforming of methane is
once again attracting more attention as the process uses two major greenhouse gases - methane
(CH,) and carbon dioxide (CO,) as feedstock. The reaction product of which is synthesis gas, which
is the primary building block to produce various valuable products. Rapid catalyst deactivation due
to coking makes industrial development of this process difficult. Additionally, the low H,/CO ratio in
synthesis gas, usually below 1.0, limits its further utilization. To solve these issues, it is necessary
to create new effective coking-resistant catalysts, improve their chemical and structural composition
and preparation methods, and optimize the process conditions. In this work, 5%Co-Rh/Al,O;, a
bimetallic catalyst prepared by the sol-gel method (modified Pechini method) was studied in the
processes of carbon dioxide and combined steam-carbon dioxide reforming of methane. It was
shown that 5%Co-Rh(98:2)/Al,0; sol-gel catalyst had a high activity in the carbon dioxide reforming
of methane. The introduction of steam into the initial CH,~-CO, feedstock allows the regulation of
the composition of the produced synthesis gas depending on the amount of water. At t=800°, the
degree of methane conversion is 92.5-95.8%, carbon dioxide — 85.6-97.4%, and H,/CO ratio = 1.0-
2.1 depending on the amount of steam added.

KEYWORDS: methane, carbon dioxide, carbon dioxide methane reforming, syngas, co-
containing sol-gel made catalyst.

KOBBIM I'a30M, OTBETCTBEHHBIM 3a 60% 3ddexra rmodansHoro noremienus. Ero

coJiepkaHue B arMocdepe 3eMiH ¢ JOMHAYCTPHAIBHOTO ypoBHS K 2022 rony,
BoeIpociiee oT 280 10 419 ppm, conpoBokAaa0Ch 3KCIOHEHIMAIBHBIM CIIPOCOM Ha dHEp-
r'ro, 00ecreuynBaeMoi yIiiepocoaepsKaliiM CKoaeMbIM ToriuBoM [1]. B pesynberare
AQHTPOIIOTCHHON AEATENFHOCTH ITI00aTbHAS TeMIIepaTypa moBsicuiach Ha 0,8°C ¢ MoMeHTa
Hayaja MPOMBIIIICHHON PEBOIONNH [2]. DTO MOCTABUIIO ITEPE MUPOBBIM COOOIIIECTBOM
HEOOXOOUMOCTb PELICHUSI HEOTIIOKHON SKOJIOTMYECKOM 33141 — JOCTHKEHHS TIOJTHOTO
HYJEeBOTo BeIOpoca mapHukoBbIX Ta3oB (I117) k 2050 roay [3].

OpHuM U3 perieHuil apnsercs yiaapnuBanue U xpaneHue CO,, HO ero yTHIn3amus —
OoJiee pUBIIEKATENLHBIH MTyTh, MO3BOJISIOIINI PEIIUTH TPOOIEMY UCTOIICHHS PECypCOB
3a cueT ucrnonb3oanus CO, B kauecTBe nctouHuka yrepona [1]. K nepcriekTuBHBIM
crioco6am yrunmzanuu CO, OTHOCHUTCS €ro nepepadboTKa B LIEHHbBIE IPOLYKThl XUMHU-
YECKOM MPOMBIIIIIEHHOCTH M TOIIMBO. Takue mpouecchl NPEACTaBISAIOT COOOH LHKITHU-

E Benenne. J{noxcun yrnepona (CO,) sBisiercs HanbOosee 3HAYUTEIHHBIM TTapHH-
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YEeCKHE TEXHOJIOTHH, B KOTOPBIX MHOTOKPAaTHO MOBTOPSIFOTCS ATanbl yiaasnuBanus CO,,
ero nepepaboTKH B MPOAYKT, a 3aTeM BHOBB NPU MPUMEHEHNUHU MOTyUYEHHOTO MPOAYKTa
npoucxoaut amuccust CO,. Takol mogxon He obecneunBaeT nonHoro yaaneaus CO, u3
aTMocQepsl, HO CyIIeCTBEHHO COKpAIIaeT UCITOIb30BaHNE NCKOTIAeMOTO TOTTHBA [4].

VYIneKucnoTHbIH pUGOPMUHT METaHa, TAKXKE Ha3bIBAEMbIi CyX0oll puOpMHUHT MeTaHa
WM yIIIeKuCIIoTHas Kouepeust Metana (YKM), BHOBb MpHBIIEKaeT MOBBILICHHOE BHUMA-
HHE HCCIIe0BaTeNeH, ITOCKOIbKY 1Ba OCHOBHBIX MMAPHUKOBBIX Taza — Metal (CH,) u anok-
cun yriepoaa (CO,) NConb3yIoTcs B KaUeCTBE ChIPhs JUIS TPOM3BOICTBA CHHTE3-Taza (Yp.
1) [5]. CunTe3-ra3 MOXKET HCIIOIB30BATHCS B PA3IMYHBIX HAIIPABICHUX, B YACTHOCTH JIJIS
MIPOM3BOICTBA CHHTETHIECKUX YIIIEBOIOPOIOB M0 peakimu dumepa-Tpormmra [6]. Takxe
n3 cunres-rasza (CO+H,) MoxxHO U3BIIeYb BOgopo, a octamuiicss CO npeodpazoBath
B JIOTIOJIHUTEILHOE KOJIMUECTBO BOAOPOA 10 peakuuu cisura BoasHoro raza (WGSR).
Bognopoz siBisiercst KIroueBbIM (PaKkTOPOM MEepexoa K 3eJIeHON IHEPreTHKE, TOITOMY
nporecc YKM Hapsay ¢ 9KOIOTHYeCKUMU MPEUMYIIECTBaMU 00J1afiaeT MOTEHIINAIOM
JUISl YCTOMYMBOTO TIPOU3BOACTBA Bojoposa [5, 7-8].

CH, +CO, >2CO +2H,  AH = +247 kJ/mol (1)

YKM sBasieTcsi KaTaIMTUYECKUM TIPOIIECCOM, HMEIOIIUM CIIOKHBIN peaKIIMOHHBIN
XapakTep U pa3IMyHbIC PSIKUMbI MEXaHU3Ma PEAKIIUH B 3aBUCUMOCTHU OT KaTaau3aropa
u ycnoBwid peakiuu. Peaxmus (Yp. 1) SBIsSETCS 04eHb YHEPTOEMKOH (PHIOTEPMHIIECKOH )
peaxIue, mMpoTeKaHuo KOTOPOH OIaronpusaTCTBYET BEICOKas Temmeparypa [9]. Cunraer-
Cs1, 9TO KITFOUEBBIM 3TAIIOM B peakiiuyl pru(opMUHTa SIBISETCS aICOPOIHS U TUCCOTHAITUS
MeTaHa Ha IMOBEPXHOCTH KaTanu3aropa. [Ipy Hu3Kux TeMmmneparypax JucCOIralus MeTa-
Ha MPOUCXOJUT IMOCTEIIEHHO, a IPU BBICOKKUX TEMIIEpaTypax METaH MOABEepPraeTcs r1yoo-
KO Juccormaruu ¢ oopasoBanueM yrieposaa (Yp. 2). Hayniepoxkupanue karanusaropa
MOYKET IPOUCXOANTH TaKKe Onaronaps peakuu bymyapa, mpoucxozsimen mpu HU3KUX
temmeparypax (Yp. 3). CymecTBYIONNI MEXaHU3M PEAKITUH MIPEIITOIaraeT, 4To MTHPOIIN3
YIJIEBOAOPOOB MPOUCXOANT Ha aKTUBHOM MeETalIe, U TIIYOOKHIA MTUPOIN3 TPUBOIUT K
OCAXJICHUIO yIIIEPO/ia, HAKOIUICHWE KOTOPOTO BEAET K 3aKOKCOBBIBAHUIO KaTaJIM3aTopa,
BBI3BIBAIOIIEMY €r0 OBICTPYIO JC3aKTUBAIIHIO.

CH, <> C + 2H, — pasnoxxeHue MeTaHa 3)
2CO < C + CO, — peaxmus bymayapa 4)

Jannas npobiemMa MOXKeT ObITh pellieHa MyTeM BAPbUPOBAHUSI COCTABA Pearkupyromieit
cmecu. Tak, pu ee 000TaleHUH THOKCHIOM YIJIepo/a YaydIlaeTcs YIIIepOIHbIN OataHce,
MOCKOJIBKY OTPaHUYEHO 00pa3oBaHKe YIIIEBOAOPOIOB, H3BECTHRIX KaK MPEIIICCTBEHHM-
K1 Kokca. Kpome Toro, B pe3yibraTe BO3MOXKHBIX PEAKIMii MEXK/Y TBEPIBIM yIIIEPOIOM
U KHCI0poioM mpu paciierieHnd CO, MOXKET yIaJsIThCsl KOKC, 00pa3yroIuiics Ha mo-
BEpXHOCTH Karanu3aropa [3]. OHAKO CHIDKEHUE BEPOSTHOCTH 00pa30oBaHus Kokca Oy/er
COMPOBOX/ATHCS CHIIKCHHEM BBIXOJIAa BOJOPO/IA B PE3Y/IBTATE CBEPXCTEXHOMETPHUUECKOTO
conepxkanus CO, (CO,/CH, > 1). B aTom citydae OOJIbIIUMU TTPEUMYIIIECTBAMU OyICT
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o0najars COBMEIIEHUE YIIIEKUCIOTHOTO U NapoBOro pudopMuHra (OMpUQPOPMUHT UIH
napoyriaeKncIoTHas KoHBepers Metana — [ITYKM), uto crajo npenmeroM Gosee akTHB-
Horo u3yueHus [ 10-14]. TTo cpaBHEHHIO C CYyXMM U APOBBIM PUPOPMUHIOM METaHa OU-
omorpaduyueckre JaHHBIE 0 OUPUPOPMHUHTY HE CTOIh MHOTOYMCIICHHBI W3-32 BEICOKOM
CJIOKHOCTH 3TOH peakuu HeCMOTPsI Ha TO, 4TO OMPU(OPMHUHT METaHa IPEICTaBISETCS
OYeHb NEPCHEKTUBHBIM IyTeM Bajopusauuu CO,, MOCKOIbKY O3BOJISICT PETyIHPOBATh
cocTaB 00pa3yrolerocs CuaTe3-rasa [12-14].

[ToMrMO OCHOBHO¥ MPOOJIEMBI — HAYTTICPOKUBAHHSI TOBEPXHOCTH, KaTaIH3aToOPhI
pudopMUHra UMEIOT MPOOIEMBI CO criekaHueM. [loaTomy ciiemyer oOpaiarb BHUMaHUE
Ha KOHTPOJIb HaJl Pa3MEpOM YaCTHUIl aKTUBHOI'O METaJlIa IpU pa3paboTKe KaTananu3aTopa
1 MX U3MEHEHUSI BO BpeMs peakuuu. PakTopamu, BIMSIOLIMMH Ha KOKCOYCTOHUHNBOCTh
KaTaJIM3aTOPOB, SBIAIOTCS TAKXKE B3aUMOJCHCTBHS METAJI-METaIll U METaJUI-HOCUTEb,
KUCJIOTHO-OCHOBHAsI CTa0OMJIBHOCTH HOCHUTEIISL, 8 TAK)KEe OKHCIUTEIbHO-BOCCTAHOBUTEIbHEIC
cBolicTBa 100aBOK. Kpome TOro, HOCUTENb OKa3bIBaeT OOJIBIIOE BIMSHHUE HA aJICOPOIHIO
Y aKTHBAIWIO JHOKcuia yrepoaa. Cpean KoOambTOBhIX HAHECEHHBIX KaTaln3aTopoB Hau-
OosiblIel aKTUBHOCTBIO 00JIaAaI0T KaTaJIN3aTOPhl, HAHECEHHbIE HA OKCHUJL AJTFOMUHUS —
Co/AlLLO;, npenMyILIeCTBOM KOTOPBIX SIBJISETCS BHICOKAs! IJIOIIAAb TOBEPXHOCTH.

3HaunTeNbHO O0JIee BHICOKOW Y/IENbHOM IIIOIIAAbI0 TOBEPXHOCTH 00Ia1al0T Kara-
JIM3aTOPBI, IPUTOTOBJICHHBIE 30JIb-TeIb METOOM. Tak, ncnonb3oBanue Meroa [leunnu
JaET cleAyIoIne MPEerMYILECTBa: TPOCTOTA IPUTOTOBIICHHS, OoJiee BEICOKAs yaelbHasI
TJIONIA/Ib MOBEPXHOCTH CHHTE3MPOBAHHOTO MarepHalia, OJHOPOIHOCTh MOBEPXHOCTH
KaTaJnu3aropa, MOBbIILIEHNE aKTUBHOCTH U CTA0MJIBHOCTH, BO3MOXHOCTb IIPUTOTOBJIE-
HUS OOJIBITUX KOJIMYECTB Karainu3aropa. B pabote [15] coobmiaercs, 9To OKCHIT KpEeMHUS
(Si0,), npuroToBieHHbIH MeToAoM [leunHu, UMeeT yneabHYIO TUIOIA b IIOBEPXHOCTH
373-525 m*/r, KpoMe TOro, MaTepHal SBISETCS ME3OIOPUCTHIM M HAHOPa3MEPHBIM.

Panee B pabote [11] ObLIO MOKa3aHO, YTO MHOTOKOMIIOHEHTHBIC Karaym3aropbl Co-Pt-
Zr/Al, 05 u Co-Pt-Zr-La/Al,Os, npuroTtoBiieHHbIE 30J1b-Tej1b ([leunHn) MeToa0M, 0051a1a10T
BBICOKHMH aKTUBHOCTBIO, CEIICKTHBHOCTRIO M CTA0MIBHOCTRIO B Tiporieccax YKM u ITYKM
(6mpuhopMHUHT) ¢ TTIONyYeHHEM CHHTE3-Ta3a ¢ pasuHbIM cooTHomeHrneM H,/CO B 3aBucu-
MOCTH OT cocTasa cbIpbsl. [louTn nonHas koHBepens Metana npoucxoaut npu T = 750-800°C.

Takum oOpazoM, BIusiHEE 100aBOK U MOAN(DUKAIIMY aKTUBHOW (ha3bl U HOCUTENEH,
METOJIOB CHHTE3a KaTaJlM3aTOPOB U CBSI3aHHBIX C TUM CHHEPreTHUECKIX MEXaHW3MOB Ha
KaTaJUTHYECKHE CBOWCTBA SIBISICTCS] BAXKHBIM JIJIS TM3aliHa M Pa3paOOTKH KaTaln3aropoB
C BBICOKOH aKTHBHOCTBIO U CTAOMJIBHOCTBIO.

B pa6orte [16] Obmn m3yden oumerammmaecknii Co-Rh/Al,O; xaranuzatop, mpuro-
TOBJICHHBIN MeTooM [leunHu, moka3aBIIMid BBICOKYIO aKTUBHOCTh B PEAKLIUHU BOJSTHOTO
casura. B Hacrosimeit padote Co-Rh/Al,O; 307b-res KaTann3aTop U3y4eH B peakiusax
yraekuciaotHoit (YKM) u nmapoyriekucnoTHoit konsepeuu Metana (ITYKM).

Marepuasabl 1 MeTOABI HecaeR0BaHuiA. B HacToseid paboTe ObUT H3y4YeH Oumera-
JUYeCKHH KaTanu3aTop Ha ocHoBe Co, TPOMOTHPOBAHHBIN HEOOMBIION T00aBKOW POIUST —
Co-Rh/Al,O;. Karanuzarop ObI1 OTyYeH 3071b-T€ITh METOJOM — MOAU(PHUITUPOBAHHBIM
metonoM [leunnn. Coneprkanue aktuBHOM ¢a3sl Co+Rh cocrapnsio 5 mace. % oT Macchl
karanuzaropa. MaccoBoe cootHomeHre Co/M = 98:2, 4TO COOTBETCTBYET COJICPIKAHUIO
metamioB Co u Rh 4,9 u 0,1 macc. % COOTBETCTBEHHO.
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VInekuciaoTHas ¥ MapoyIIeKWIOTHAs KOHBEPCHH METaHa MPOBOAMIINCH B KBAPLIEBOM
MPOTOYHOM PEaKTOpEe C HEMOIBIKHBIM CIIOEM KaTalu3aropa MpH arMoC(epHOM JAaBICHUH.
O0bem karanuzaropa coctaisii 6 M. CKOPOCTH ra30B — METaHa U JIMOKCHIA YIJIEPo/Ia C
grcToToi 99,9%, mogaBaeMpIX U3 OAJUIOHOB, PETYIUPOBAIHNCH U KOHTPOIUPOBAIHUCH C I10-
MOIIIBIO peryisaTopoB MaccoBoro pacxona (F201CV, cepust EL-FLOW). CooTromrenwne (00.)
CH,/CO, 8 YKM coctasisuio 1/1. O6bpémHas ckopocts razos (Vo) coctasisuia 1000 4!,
Hnst mposenenus [ITYKM B cuctemy JOMOMHUTENBHO MOAABAIN BOAY C KOHTPOIUPYEMOM
CKOPOCTBIO C IMOMOIIBIO TinpuiieBoro Hacoca «Perfusor FM BRAUNY, nonkiitoueHHO-
TO K YCTPOMCTBY Uepe3 COeTMHUTENbHYIO TPYyOKY, 000pY/I0BaHHYIO CHCTEMOW Harpena,
MpenHa3HaueHHOM T ucnapeHus Boasl. O6seM mapoB Bomabl cocTaBisit 0.5-0.75 gacTeit
ot oosema merana, otHomrenne CH,/CO,/H,O mpu atom cocrasmsino 1/0.5/0.5-0.75. Tem-
neparypy B peakTope, KoTopast BapbupoBaiiach B auanasone 300-800°C, onpenensiu npu
MOMOILM TEPMOTAPhI M KOHTPOJIUPOBATIH U3MEPUTETIEM-peryisiTopoM Temmeparypsl UPT.
IIponomKUTEeTbHOCTh UCTIBITAHMS KaTaiau3aTropa cocTanisiia 8-20 yacos.

KadecTBeHHBII 1 KOMMYECTBEHHBIH COCTAB BXOAHOTO M BBIXOIHOTO ra30BBIX MTOTO-
KOB OIIPEAEIISIIN C IIOMOIIBIO Ta30BoT0 XpoMaTtorpada Xpomarek Kpucramn 5000.1, oc-
HAIMIEHHOTO JABYMS JIeTeKTOpamH 1o TeruionpoBogHocty — [ATII u aByms HacagodHBIMU
xojonkamu: NaX 60/80 u Hayesep R 80/100, nyst onpenenenus cogepxaunus CO, H2,
CO,, CH,, O,, Ar.

Crenens xouBepcun (X,%) CH, u CO, paccuutsiBaiu no ¢popmyinam, MpuBeICH-
HBIM HHXKE:

X(CH4) = (VBXCH4 - VBHXCH4) / VBXCH4 X 100%,

X(CO,) = (Vi = V) / V52 x 100%,
e V™ — moneabiii norok CH, Ha Bxoze, V"™ — MmonbHbIi notok CH, Ha BeIxo€e U
COOTBETCTBEHHO V,,“°? — MonbHbIN 10TOK CO, Ha Bxoze, V,,"°? — MonbHbIH notok CO,
Ha BBIXOJIE.

CrerneHb KOHBEPCUH BOABI HE PACCUMTHIBAJIACH B CBS3U C TPYAHOCTHIO ONpEeICHuUS,
KakKasl 4acTh BOABI B KaTajau3are SIBISIeTCs HeMpopearupoBaBIiel U KakoBa J0Jisl BObI,
00pa30BaHHOM B pe3yNbTaTe BTOPUYHBIX Peaknnil. BeIXoa MPOIyKTOB peakiiuu — BOJIO-
pona u okcuaa yrnepona (Y, Yco COOTBETCTBEHHO) — BRIPAXKACTCS KaK UX KOJMUYECTBO,
obpasyroreecs Ha TpaMMe KaTaiau3aTopa B CeKyHay (UMonb/(r%c)). Otaomenune H,/CO
B 00pa3yrolIeMcsl CHHTE3-Ta3¢ PaCCUUTHIBAIOT 110 OTHOLICHUIO X BBIXOAOB.

Pe3yabrarsl u o6cyxknenne. Ha pucynxe 1 npeacraieHbl rpa@uKu 3aBUCUMOCTH
CTEIIeHH KOHBEPCHH UCXOJHBIX BEIIECTB — METaHa U IMOKCHIA YIIIEpo/ia U BBIXOA IPO-
JQYKTOB OT TeMIiepaTypsl Ha karanuzatope 5%Co-Rh(98:2)/Al,0;, npuroToBiIeHHBIM Me-
ToztoM Ileunnu B npouecce yreKUCIOTHOM KOHBEPCUM METAHA.

B mportecce YKM B Temmieparypaom uaTepBaie 400-450°C 0coOBIX N3MEHEHHH CTe-
MIEHN KOHBEPCUM METaHa ¥ AMOKCHAA YINICpOAa M BBIX0Ja NIPOAYKTOB He HaOmopaercs. C
noBblieHueM temneparypsl ot 500 go 750°C npoucxoaut pe3kuil poct konBepcun CHy
u CO,. Konsepcus CO, Bblle, 4eM KOHBEPCHS METaHa BO BCEM U3yYCHHOM MHTEpBaJie
temnepatyp. [Ipu t= 800°C xousepcus CHy u CO, nocturaet 94,3% u 96,9% coorset-
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PucyHok 1 - BnusiHne TemnepaTtypbl Ha CTeneHb KOHBEPCUU UCXOAHBIX BELLEeCTB peakuun
1 BbIxoZ npoaykToB B npouecce YKM Ha 3onb-renb katanusarope
5%Co- Rh(98:2)/Al,0; (CH,:CO,=1:1, P=0.1 Ma, V,=1000 y-)
cTBeHHO. Brixon Bogopona npu temneparype 800°C cocrasisier 13,69 pmons/(rxc), a
okcua yriuepona 13,32 pumoins/(rxc). O0pa3yrouics CHHTE3-Ta3 UMEET COOTHOIIICHUE
H,/CO=1,03.

B npouecce ITYKM npu u3ydeHuu BIUSHUS TEMIIEpATyphl HA IIapaMeTphl polecca
HaOmoaeTcs Ta *e 3aKOHOMEPHOCTh, HO TIPH 9TOM TeMIIepaTypa akTHBAIHN KaTaan3aTopa
cHmxaetcs Ha 50°C: npu 400°C npoucxoIuT 3aMETHAsi KOHBEPCUSI METaHa U JUOKCUAA
yriepona, pasHas 9,8 u 7,1% coOOTBETCTBEHHO, BHIXO IPOAYKTOB IIPU 3TOM COCTABIISET
2,45 1 0,22 pmons/(r*c). [Toseimenune temmneparypsl ot 450 go 750°C npuBOAUT K pocTy
KOHBEpCHH U BbIXofa mponykToB. [Ipu remneparype 800°C konBepcust merana — 95,8%,
KOHBepCHs TuoKcuaa yrieponaa —97,4%, Beixon Bogoposa 46,67 uMoiis/(rxc), a okcuaa
yrepona — 25,19 umons/(r*c). O0pa3yromuiicss CHHTE3-Tra3 UMeeT 00jIee BBICOKOES, YeM
YKM coornomenne H,/CO=1,85.
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PucyHok 2 — Bnusinue TemnepaTypbl Ha KOHBEPCUIO UCXOAHbLIX peareHTOB M BbiXof NPOAYKTOB
Ha 3onb-renb katanusartope 5%Co- Rh(98:2)/Al1203 B npouecce MYKM
(CH4:C0.:H,0=1:0,5:0,5, P=0,1 MMA, V,=1100 y)
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[Ipu manpHelieM NOBBILIEHUN B HCXOIHON CMECH COAEPKaHUs MMapOB BOJBI 10
0,75 00. "yacTeil HaOMIOMAIOTCS TE KE 3aBUCUMOCTH OT TEMIIEpaTyphl: POCT KOHBEPCHU
HCXOMHBIX PEareHTOB M BBIXOJA MPOAYKTOB C MOBBIIMICHUEM TEMIIEPATyPHI (pucyHok 3).
B otimmame ot ITYKM, npoBeieHHOM ¢ MEHBITUM cofepskanreM mapoB Bogwl (0,5 00. Ja-
CTeii), HaOMIOAAeTCs CHIDKEHUE CTENICHU KOHBEPCHUH 000MX MCXOAHBIX MPOAYKTOB, IIPH-
4yeM B OoJbLIel Mepe AJIsl TUOKCHA YIIIEpOAa, CTEIIEHb KOHBEPCUH KOTOPOTo HUXKE, YeM
y METaHa BO BCEM TEMIIEPaTypPHOM HHTEpBaJie. DTO MOXKET OOBSICHATHCS MPOXOXKICHUEM
KOHKYPUPYIOUIUX PEaKIHi, B KOTOPOH peakiysi BOCCTAHOBICHHUS THOKCHA YIIIEPOAa T10-
JTABIISIETCS peaKIreld BOCCTaHOBJICHNUS BOAbI. JIpyroil 0COGEHHOCTHIO BBEACHNUS OOIIbIIIE-
ro 00bEMa BOZIbI ABJISAETCS OBBILICHUE TEMIIEPATYPbl AKTHBALIMK KaTaJIn3aTopa, KoTopas
npoucxomut mpu 500°C, uro Beiuie, yem 1yt Y KM. Bo3MOXKHON NPUYHMHON 3TOT0 MOKET
OBITH HEKOTOPOE MOAABICHUE PA3JIOKEHUSI METaHa U30BITKOM BOIbI IIPU HU3KHUX TEMIIC-
patrypax. [Ipu Temneparype 800°C koHBepcus MeTaHa cocTaBiseT 92,6%, koHBepcus
JIuokcuaa yrieposaa — 85,6%, HO IpU 3TOM NMPOUCXOUT MOBBIIIIEHNE BBIX0/1a BOIOPOJIA
110 50,93 umosb/(rxc), BBIXO OKCHJIA YIVIEpOo/ia MEHICTCS HE3HAYUTEIbHO — 24,2 UIMOJIB/
(rxc). O6pa3yrommuiics cuHTe3-ra3 nMeet coorHomenne H,/CO=2,10.

TaxuMm 00pa3oM, BBEACHNE IAPOB BOJbI MPHUBOAUT K OXKHUAAEMOMY POCTY BBIXOZIa BOZIO-
pona, coorHorreHre H,/CO pacrer ot 1,03 10 2,1 ¢ oBbIIIIEHHEM COfIepKaHuUs BOJIBI B UC-
xozHo# cmecH ot 0 10 0,75 00. yacteil. Ho npu 3TOM 3aBUCHMOCTH KOHBEPCHUH METAHA U U~
OKCHJTa YIJIepoJia OT KOJIMYECTRA MapOB BOIbI HOCUT SKCTPEMalIbHbIH Xapakrep (mabnuya 1).
OntumansHbM B n3ydeHHoM uaTepBaie 00,75 ssnsercs 0,5 00beMHBIX YacTel BOIBI.
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PucyHok 3 — BnusiHue TemnepaTtypbl Ha KOHBEPCUIO MCXOAHBLIX peareHTOB U BbIXoA NPOAYKTOB Ha
3onb-renb katanusarope 5%Co- Rh(98:2)/A1203 B npouecce MYKM
(CH,:C0,:H,0=1:0,5:0,75, P=0,1 MMA, V,=1250 4

Onpenenenue yaeabHOH IUIOMAAN TOBEPXHOCTH U 00beMa Mop HCXOHOTO U OTpa-
0oTaHHOTO 00pa3IOB 30/Ib-Teh KaTaau3aTopa MetogoM bOT mokasano 6oee BICOKHE
3HAYEHUSI TUTOIIA/IH TIOBEPXHOCTH — 215,3 M%/T, 4eM /ISl HAHECCHHBIX TPOIMUTOYHBIX Ka-
TaJIM3aTOPOB, KOTOPBIM COOTBETCTBYOT 3HaueHus 150-170 m?/r. OObEM MOpP HCXOITHOTO
oOpasia karanusaropa cocrasisier 238,38 mi/r. HabnroaeTcss He3HAYMTEIILHOE CHIDKCHUES
TUIOINAAM TOBEPXHOCTH U 00beMa ITop KaTaau3aropa Mocie SKCIUTyaTallui KaTaiu3aropa
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Tabnuya 1 — CpaBHeHuWe noka3aTenein NpoLeccoB YrneKMCIOTHON U NapoyrneKucnoTHoM KOHBEPCUU
MeTaHa Ha 301b-refib katanusartope 5%Co- Rh(98:2)/Al,0,
(P=0,1Ma, t=800°C, Vo=1000 4-1)

CreneHb KOHBepcuu, % CuHTes-ras,
Mpouecc | CH:CO:H,0 OTHOLLUEeHue
CH, co, H,/CO
YKM 1:1:0 94,2 96,9 1,03
1:0,5:0,5 95,8 97,4 1,85
MyKm
1:0,5:0,75 92,5 85,6 2,10

B Iporiecce pudopMuHTa MeTana (mabauya 2), 9T0 MOXKET IIPOUCXOTUTH B PE3YIIBTATE
YaCTUYHOI'O MOKPBITHSI TOBEPXHOCTH U MOP KaTalu3aTropa, KOTOPBIN MOCIIE SKCILTyaTalluk
He 00padarbiBajcs, MPOMEKYTOYHBIMHA MPOIYKTAMH PEAKIINH.

Pentrenoda3oBslif aHanm3 1EMOHCTPHUPYET BHICOKYIO CTENIEHB AUCTIEPCHOCTH Ka-
TaM3aTopa, OCHOBHON PETHCTpUpyeMoii (pa3oif KOTOPOTO SBISETCS OKCHUI aTFOMUHUS.

Tabnuya 2 — NaHHble BAT aHanu3sa 5%Co- Rh(98:2)/Al,0; 3onb-renb katanusartopa

YpenbHas noBepXHOCTb, M?/T O6bEM nop, mn/r
Katanmsatop

NcxopHbih | OTpaboTaHHbIN McxoaHbin OTpaboTaHHbI

5%Co-Rh(98:2)/A1.0,

215,3 205,3 238,38 225,12
30/b-refib

3akJjr0ueHne U BbIBObl. DKOHOMUYESCKU BBITOJHBIN KaTaJln3aTop JIOJKEH COXpa-
HSTh BBICOKYIO KaTaJIUTHYCCKYI0 aKTUBHOCTh U CTAOMIIBHOCTD, & TAKXKE METOJ] €ro IpH-
TOTOBJICHUS TOJKEH OBITh MPOCTHIM. CHHTE3UPOBAHHBIN YIIPOIIEHHBIM 30J1b-T€ITh METO-
noM (ITeannn) 5%Co-Rh(98:2)/Al,0; xaranuzaTop o0agaeT BHICOKOH aKTHBHOCTHIO B
Mpoleccax YIieKUCIOTHOTO U NapoyIIeKUCIOTHOTO pudopmunra metana. [Ipu t=800°
CTETeHb KOHBEPCUH MeTaHa cocTaBisieT 92.5-95.8%, a nuokcuna yriaepona — 85.6-97.4%
B 3aBHCHMOCTH OT KOJIMUECTBA BBE/ICHHBIX MTAPOB BOJIBI.

[IpenMyIIeCTBOM CHHTE3UPOBAHHOTO KaTaIM3aTOpa SBJISICTCS €T0 BRICOKAST YCTOM-
YUBOCTPH K BO3ACWCTBHUIO BOJBI, UTO 00eCIeunBaeT THOKOCTH MPON3BOICTBA CHHTE3-Ta3a
B ycioBusax YKM/ ITYKM. Karammsarop 5%Co-Rh(98:2)/Al,0; (30mb-Tenb) B mporecce
YKM obecrnieunBaet noiyueHue cuaTes-rasa ¢ cooromenuem H,/CO ~ 1, B mponecce
ITYKM — Oosnee BbICOKasi IPOU3BOIUTEIBHOCTH TI0 BOJIOPOJTY U, CJIEJIOBATEIILHO, OoJiee
BbIcOKOE cooTHotnieHue H,/CO B 00pa3yromeMcsi CHHTETHUECKOM Ta3e. DTO JaeT BO3MOX-
HOCTH KOHTPOJUPOBATH KA4E€CTBO MPOU3BOAUMOTO CHHTE3-Ta3€e, PErYIHPYs COCTaB ChI-
pes. Tak, usmenss coornomenne CO,:H,O B mpenenax 1/0+1/1,5, MoXHO peryaupoBaTh
cootHomenue H,:CO ot 1,0 1o 2,1, 9T0 0XBaThIBACT 3HAYMTEIIHFHBIA JHAITA30H COCTABOB
CUHTE3-Ta3a JUIsl pa3InYHbIX IPUMEHEeHH. TakuM 00pa3om, IpUMEHEHUE CHHTE3HPO-
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BaHHOTO 5%C0-Rh(98:2)/Al,0; 301b-TeNb KaTaIM3aTOpPa B MPOIECCE YIIIEKUCIOTHOTO/
MapOyIJICKUCIOTHOTO pUu()OPMUHTA METaHa MTO3BOJISICT PETYIIMPOBATH COCTABOM 00pa3y-
OLIETOCS CUHTE3-Ta3a B 3aBUCUMOCTH OT KOJIMYECTBA IapOB BOJIbI.

[TomydenHbIe pe3yIbTaThl TOKA3BIBAIOT, UTO OTaromaps cCHHepreTHIeckoMy 3ddexry,
B pe3yJIbTare CoueTaHus Taknux MetamioB, kak Co u Rh, 5%Co-Rh(98:2)/Al,0; obnanaet
MOBBINICHHOW AKTUBHOCTBIO U CEJICKTUBHOCTBIO U SIBJISICTCS IEPCIICKTHUBHBIM KaTain3a-
TOpPOM JTsl PeoOpa30BaHUs METaHa U3 JIFOOBIX NCTOYHHUKOB: IIPUPOHOTO T'a3a, MOMyT-
HOTO He(PTSIHOTO rasza, He(Te3aBOJCKUX ra30B, OMOrasa | T.J. JIJIsl TIOJYUYCHUS [ICHHOTO
CHHTE3-ra3a jellaeMoro cocrasa. €

Hannoe uccneoosanue unancupyemcs Komumemom nayku Munucmepcemea Buic-
we2o obpasosanus u Hayku Pecnyonruxu Kazaxcman (epanm Ne AP19679439).
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