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Abstract. The Ni/Ce,.La,O, and Ni/Ce;La,O,/A1,0; catalysts (x = 0-1) were prepared for the mine methane
conversion to hydrogen-containing gas. The influence of the support composition on the physicochemical
characteristics of the catalysts and their activity in autothermal reforming of methane (ATR of CH,) was studied.
It was shown that the dispersion of the Ni active component was enhanced with growth of molar ratio of La in
the support composition that leads to the increase in catalyst stability in ATR of CH,. The Ni/Ce;La,0O,/Al,0;
catalysts in comparison to the Ni/Ce,..La,O, provide higher H, yield: at 850°C it is equal to 65-75%.

BBenenue. B nocienane roasl HaOMIOaeTCs MOBBIICHHBI MHTEPEC K YTIIM3AINH [IaXTHOTO METaHa,
KOTOPBIH 00YCIIOBJICH Pa3BUTHEM TEXHOJIOTHH JTOOBIYN YIS M COIYTCTBYIOIIETro ra3a. MeTaH, BBLACIAIOMIHNHCS
Ipu pa3paboTKe YTrOoNBHBIX MECTOPOXKICHUH, NpeacTaBiIsieT co0OH CHIphEBYIO 0a3y C IpearnojaracMbIMU
3amacamu B 83.7 tpie M° [1]. Ha 1aHHBI MOMEHT 3HAYHTE/IBHAS YaCTh MIAXTHOTO METAaHA BBIOPACHIBACTCS B
aTMocdepy, 9TO MPUBOINUT K YCHIICHHUIO MMAPHUKOBOTO A dekTa. [IepcrneKTHBHBIM pelreHneM JaHHOH TPOoOIeMBl
SIBIISICTCS HMCIIOJIH30BAHME IIAXTHOTO METaHAa B KAUeCTBE CHIPbS UL XMMHUYECKOH NIpoMbIIuIeHHOCTH. Cpenn
METO0B XMMHueckoil koHBepcun CH, HanbOosiee 3(QPEKTHBHBIM CUHMTAETCSl aBTOTEPMHYECKUI prdOpMHUHT
MmetaHa (ATP CHy), KOTOPBIi TO3BOJISIET MOJY4aTh BOJIOPOACOIep KaIIN ra3 B InMpokoM auanasoHe H,/CO [2].

B mpoueccax pudopMuHra MeTaHa HMCIHOJIB3YIOTCSl KaTajlu3aTOpbl HA OCHOBE OKCHJIHBIX HOCHUTENEH C
nepexoaabiMu (Ni, Co, Cu) m OmaropomueiMu (Pd, Pt, Ru, Rh, Ir) meraimamu B KadecTBe aKTHBHOTO
koMmrioHeHTa [2-4]. Haumbosee mmpoko mpumensercs Ni/Al,O; karamuzaTop, OTIMYAIONIMICS BBICOKOH
aKTMBHOCTBIO W OTHOCUTEIBHO HHU3KOW cTOMMOCTBIO. OJHAaKO B YCJIOBHMSX pEaKUWH HaONIOJaeTcst ero

JC€3aKTuBalls BCJICACTBUC CIICKAHWA aKTHBHOI'O KOMIIOHCHTA W/Win O6pa3OBaHI/ISI YriaepoaucCThbIX OTJI0KCHHUM.
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OpHUM W3 MyTeW NMpeJOTBpalICHUs OBICTPON JE3aKTHUBAIUK SBIsCTCs cTabmim3anus Ni B BEICOKOIUCIICPCHOM
COCTOSIHHH, KOTOPOE XapakTepH3yeTCsl CHIIBHBIM B3aMMOACHUCTBHEM MeTal-HocuTenb [5]. ITlockombky
KaTaJIATHYECKHE CBOWCTBA HAHOYACTHIL OTIPEACIIIFOTCS OCOOCHHOCTSMHU B3aNMOJICHCTBHS HAHECEHHOTO MeTaslia
U OKCHIHOTO HOCHTENS, pacCMaTPHBAETCS BO3MOXHOCTH pPETYIHUPOBAHHSA JAHHBIX MapaMEeTPOB IyTEM
BapbHPOBAHUS COCTaBa OKCHIHOTO HOcHTes [2].

B Hacrosimeit pabote ¢ menpr paspaboTKH d(PQPEKTHBHOTO KaTalu3aTopa s KOHBEPCHH IIAXTHOTO
METaHa B BOJOPOJCOJCPXKAUIMA Tra3 MPOBEJICH CPABHUTCIBHBIA aHANU3  (PUIUKO-XHUMUYCCKHX H
¢GyukuuonaneHeix csoiicte Ni/CeLa,O, u Ni/Ce, La,0,/Al,0; KkaTanmu3aTopoB Ha OCHOBE HOCHUTENEH
Pa3IUIHOTO COCTaBA.

OkcnepumMenTanbHasa 4actb. Hocurenn Cej4La,Oy (MonbHas mona La - x = 0-1; 1.5 <y < 2.0)
TIOJTy4EHBl METOJOM CJIOKHOI(MHMPHBIX MONMMEPHBIX mpeamecTBeHHnKoB [3]. Hocutemn CeiLacO,/Al,05
CHUHTE3MPOBAaHBl METOAOM TpOomuTKH 1o Biaroemkoctd AlOs; pactBopom comeit Ce(NO;);-6H,O wu
La(NO;);-6H,0. Ni-kaTaau3atopsl NPUTOTOBICHBI METOIOM HPOIUTKHU 110 BJIArOEMKOCTH HOCHTENSI paCTBOPOM
autpata HuKes. Comeprkanue Ni Bo Bcex obpasmax coctaBmsuio 10 mac.%. MertomamMu HH3KOTEMIIEpaTypHOU
azcopOuuu azora, peHTreHodazoBoro anammsa (POA) u npocBeunBaronieit aMeKTpoHHOH MUKpockonuu (ITOM)
M3y4YeHBI TEKCTYPHBIE ¥ CTPYKTYPHBIE XapaKTEPUCTHKHN 00pa3noB. McciaemoBanne akTHBHOCTH KaTalM3aTOPOB B
peakmmn ATP CH, mpoBeneHO B NPOTOYHOM KBapLeBOM peakTope (BHYTPeHHHH numamerp 14 MMm) mpu
armocheprom nasnenuu, temieparype 300-900 °C u ckopoctu razoBoro noroka 200 min/MuH. AHaniu3
PEaKIMOHHOM CMECH BBINOJIHEH C MOMOLIbI0 Macc-CIeKTpoMeTpuueckoro ananuzatopa QMS 300 (Stanford
Research Systems, USA).

PesyabsTarsl. CoriacHo pe3ylibTaTaM HHU3KOTEMIICPATYPHOU ancopOIiu a30Ta, KaTalu3aTOPbI SBISIOTCS
ME30IOPHUCTHIMHA MaTepuanaMu, HaOmrogaercs [V TN U30TepMbl ajcopOnuy ¢ meTieil ructepesuca tuma Hl.
VY nenbHas nosepxnocts ais Ni/Cej.La,Oy 3aBucHT OT MONIbHOM oM La u ysenuuusaercs ot 10 o 75 M/T pu
ymenblieHuu X ot 1 o 0. B cinydae katanuzatopos Ni/CeLa,O,/Al,O; ynenpHas NoBEpXHOCTb COCTABAET 75
M%/r. B 5TOM cilydae TEKCTYpHBIE XapaKTEPHCTHKH B MCHBIICH CTENEHHM 3aBHCST OT COCTABA HOCHTEI,
MMOCKOJIBKY OCHOBHOW BKJIaJl B 3HAYCHHC YICIHHON MOBEPXHOCTH BHOCUT SyI. OKCHJAA aTOMUHHS. MeToaoM
P®A wusyuen dasosslif coctaB Ni/Ce;.<LaO, KaTanmu3aTopoB, COrIACHO KOTOPOMY HaOIIOJaeTCcs NPUCYTCTBHE
¢a3el TBepaoro pacteopa Ha ocHoBe CeO, u Ni-comepikarieii pasbl, COCTaB KOTOPOU 3aBUCUT OT MOJIBHOH 0NN
La B cocraBe HOcurems: mpu X = 0-0.8 dopmupyercs daza NiO, a mpu x = 0.9-1 — ¢asza LaNiO;. B ciyqae
Ni/Ce;.La,Oy/Al,O; karanusaropos Habmonaercs GopMupoBaHue Tpex (a3: HM3KOTEMIEPaTYpHOH (HOPMEI
Al,Os, TBepmoro pactBopa Ha ocHoBe CeO, u okcuma Hukens NiO. Jlns o0enx cepuii KaTaau3aTOpOB CPETHUM
pasmep uactun, NiO yMeHbIIaeTcs C yBeluMdeHHEM MoJbHOM jgonm La: mma Ni/CejLaOy, or 25 HM 10
BBICOKOJIMCIIEPCHOTO COCTOSIHMA (pa3mep 4acTull MeHee 2 HM) npu m3MeneHuu X ot 0 go 0.8; mim  Ni/Ce,.
«LayOy/ALL,O5 o1 13.5 10 6 HM ¢ yBenuyeHueM X ot 0 go 1.

HccrienoBaHo BIMSIHAE COCTaBa HOCHTEINS HA KATATUTHYCCKYIO aKTUBHOCTH Ni-KaTalu3aTOpOB B PEAKIUH
ATP CH,. ITokasano, uto npu 850°C B IPUCYTCTBUU KAaTaIM3aTOPOB Ni/Ce;.xLa,Oy/Al,O; Beixoa H, cocTansiet
65-75%, uTo BBILIE BBIXOJA BoJopoaa 35-55%, nabmomaemoro B npucyrcteun Ni/Ce;La,O, o6pasuos (puc.1).
Hnsa Ni/Cei4La,Oy xaranuzaTopoB HabIIOJaeTCs yBEIMYEHHE BbIXOJA BOAOPOJA C YMEHBIIECHHEM MOJILHON
JOJIM JIaHTaHa B cocTtaBe HocuTend. CTaOMIBHOCTE pabOTHl KaTalnu3aTOPOB yIydINAeTCs C yBeIudeHHeM X ot 0

o 0.5.
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Puc. 1. Buuanue cocmasa nocumens Ha 6bixo0 H, 6 ATP CH, 6 npucymcmeuu Ni/Ce;..La,O, u

Ni/Ce; La,0,/A1,0; kamamuszamopos. Temnepamypa peaxyuu - 850°C

Beioanbl. Mccnenosano Bimusanue coctasa Hocurens (CeyLaO,y, Ce La,0,/Al,O;, x =0, 0.2, 0.5, 0.8,
1) Ha PU3UKO-XMUMUIECKHE CBOHWCTBa Ni-KaTaln3aTOpPOB M MX akTHBHOCTH B peakmuu ATP of CH,. Ilokasano,
YTO C YBEIIMYCHUEM MOJIBHOM Joym La yBemuuuBaeTcs TUCIEPCHOCTh AaKTHBHOTO KOMIIOHCHTA, YTO TPUBOJIUT K
CHIDKCHUIO aKTUBHOCTH, HO YBEJIMYCHHIO CTaOMIIBHOCTH pPa0OThl KAaTalM3aTOPOB. BBISBICH ONTHMANbHBINA
COCTaB KaTaJlM3aTopa KOHBEPCHHU IIAXTHOIO MeTaHa B Bojopoxaconepxamuii ra3: Ni/CeysLagsO;.75/Al,O3

obecneunsaet npu 850°C Bexox Bogpopoaa ~75% mnpu 100% KOHBEpCUH MeTaHA.
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