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AnHoTamusi. CuHHTE3WpOBaHBI 00pa3bl HHUKENIb-KOOAJBTOBHIX KAaTAIM3aTOPOB HA  AMIOMOCHIMKATHBIX W QIIOMOOKCH/IHBIX
MHKpOC(eprieckux HocUTelsiX. [IpoBeneHbI MCClIeOBaHUS MO OKHCIUTENBHOI KOHBEPCHH METaHa B BOJOPOJCOAEpPIKAIIUMA ra3 Ha
HMITYJIbCHOH J1a0OpaTOpHOIl YCTAaHOBKE C Pa3[elbHOHN Iojadei ChIpbs M oKuciuTels. [IpemoskeH MepCreKTHBHBIM METOJ| KOHBEPCHU
METaHa C LIEJIbI0 MOJyYEHHs] METAH-BOJIOPOACOAEPKALIEH CMECH, OKUCIUTEIbHON KOHBEPCUEN METaHA B CUCTEME C pa3lIeNbHOM nojauei
CBIPbSI U OKHCIUTENS U LUPKYIMPYIOIMIUM MEPEHOCUHKOM KHciaopoja. OmpeneneH ONTHMalbHBIH COCTAaB KaTaau3aTopa MOTydYEHUS
CHHTE3-Ta3a, IpH KOTOPOM KOHBepcus Metana nocruraet 80%,a MeTaHOBOZOPOIHOS CMeCh COACPKHUT oKojio 35%Bogopona.
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Abstract. Samples of Nickel-cobalt catalysts on aluminurieate and aluminum-oxide microspherical carriersensynthesized. Studies
on the oxidative conversion of methane to hydrogemtaining gas were carried out on a pulsed laboranstallation with separate feed
of raw materials and oxidizer. A promising methadneethane conversion is proposed to produce a methgdrogen-containing
mixture by oxidative conversion of methane in ateyswith a separate feed of raw materials and p&idand a circulating oxygen
carrier. The optimal composition of the catalyst $gnthesis gas production has been determinedghiah the conversion of methane
reaches 80%, and the methane-hydrogen mixtureiosrahout 35% hydrogen.

OCHOBHBIMH NIPOMBIIIIEHHBIMU CIIOCO0aMHU MOTYYEHUS] CHHTE3-Ta3a SBJISIOTCS BBICOKOAHIOTEPMUYECKHE,
JHEPro3aTpaTHbIC TPOIECCHl MapOBOW W YIVICKHCIOTHOW KOoHBepcuu MeTaHa [1]. IlepcrexTuBHBIN crocoO
MOJYYCHUS] CHHTE3-Ta3za — MapUUalbHOEC KaTaJUTHYECKOE OKHCJIECHHE, NPH KOTOPOM PpEaKuus INPOTEKaeT ¢
BBIZIeTICHHEM Terra. OHAKO ¢ TOYKH 3pEHHUS MPAKTUYECKOro MPUMEHEHUS 3TOT METO/] He JIMIIEH HEeIOCTATKOB,
TaK KaK BBI3BIBACT PsIJl TEXHOJIOTHYECKUX BOTIPOCOB, CBSI3AHHBIX C B3PBIBOOMIACHOCTHIO CMECH METaH-KUCIOPOJ 1
HEOOXOANMOCTBIO BBIZICTICHHUS KHCIOpOJa W3 BO3IyXa, JHOO IOMyd4eHHEeM 3a0aylaCTHPOBAHHOTO a30TOM
mpoaykTa [2]. B MTHXC PAH npezamoKeHbl HOBBIE IIPHHIMITE TEXHOIOTHH TapIMaIbHOTO OKHUCIIEHUS METaHa C
UPKYJIUPYIOLIMM B PEaKIIMOHHON CHCTEME MHUKPOC(HEPHUSCKUM KaTaIM3aTOPOM C pa3lelIbHOM Moaueii ChIphbs
u okucnutens [3].

B Hacrosiiei paboTe M3y4eHO BIMSHUE COACPKAHMS aKTHBHBIX METAJUIOB (OKCHIbI HUKENS U KobaibTa,
HAHECEHHBIE METOZOM IPONHUTKM MO BIArOMOIJIOIICHUIO W3 BOAHBIX PAcTBOPOB A30THOKUCIBIX COJIEH Ha
mukpocdeprueckue (50 - 160MKM) HOCHTENN — OKCUJT QIIOMHHUS M amoMocraukaTHeIN Y-Al,03 n AISIOX), Ha
OCHOBHBIC MOKA3aTeNIN PEaKIUH OKHCIUTEIbHONH KOHBEpCcHUH MeTaHa. PU3HKO-XMMHUYECKHE CBOWCTBAa 00pas3loB
KaTalnu3aTOPOB ONpPEACISUIM  METOJaMH TEpMOIPOrpaMMHpyeMoro BoccTaHoBieHus Bogopogom (TIIB),
peHTreHodyopecieHTHOro u pentrenodasooro (PM®A) ananm3oB. OnbITHI NMPOBOAMIM Ha JlabopaTOpHOU
UMITYJIbCHON YCTQHOBKE OKHCIHMTEILHOH KOHBEPCHH METaHa C pa3/elbHOM MOJaueil ChIPbS M OKHCIUTENS C
YyepeyIOIUMUCS [IMKJIaMU 00pabOTKH Kataiu3atopa (TpH LHMKIIA) MPU CIEAYIOIIUX YCIOBHSAX: TEMIlepaTypa
8507, coorHomenue karanuzarop/CH4 =80;BpeMs KOHTaKTa ChIPbS C KaTaau3aTopoM — 3 cek. [IpoBeneHHbIe
AKCTIEPUMEHTHI MOKa3au cieaytomue pe3yaprarbl (Tadnuma 1).

Tabxn. 1. KouBepcus MeTaHa U CEIEKTUBHOCTD MPOAYKTOB OT uucia umiyiascoB CH4. O6pasmos Nel, Ne2,
Ne3, Ne4.
Ob6pasen Ob6pazern 1 O6paszern 2 O6paszern 3 Obpaszen 4
Wnm 1 2 1 2 3 3 1 2 3 1 2 3
X CH, | 33,33| 37,65| 61,62| 79,39| 80,32| 37,02| 45,25| 56,00| 50,84 | 63,08| 61,37| 55,84
H,/CO | 064| 049 189 190 191 039 094 0,77 0,79561,165| 1,73
SH [58,85]44,89| 100 | 100| 100| 21,4917,95|15,31]40,65|98,61| 100 | 100
SCO | 31,25 24,44| 83,70| 88,17| 92,77| 21,61| 7,02 | 8,90| 14,54 72,10| 79,16| 74,72
SCQ |66,11] 75,39| 16,29| 11,82| 7,23 | 78,39 92,98| 91,09| 85,46| 27,90| 20,84 | 25,28
SGHs | 264 | 0,17 0 0 0 0 0 0 0 0 0 0
S GH, 0 0 0 0 0 0 0 0 0 0 0 0
SHO |29,43 54,15 0 0 0 78,51 82,05| 84,69| 59,35| 1,39 | 0,00] 0,00
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XUMUSA U XUMUYECKMe TEXHONOrmm

Ha o6pasue cocraBa 10% (NiO+C@Oy)/y-Al ;O3 06pasyromiascss MEeTaHOBOIOPOAHAS CMECh COEPKUT 36-
56% 06. merana u 43-63%06. Bonopoaa. KonBepcusi Metana B XxoJie ONbITa BappUpyeTcs: okoio 55-66%,npu
CENIEKTUBHOCTU TI0 BOJOPOAY, KoTopas jocturana 81,6% B cBoeM MakCHMyMe B TPEThEM HMITYJIbCE CHIPHSI.
CeJIeKTUBHOCTH 10 MOHOOKCHJYy YTIIepoJia M JHOKCHJIY Yriepojia ombITa Haxoiutcs Ha ypoBHe 50% B xoxe
BCETO OIBITA. 3aMETHA BBICOKAsl CEICKTUBHOCTB 110 BOJIE, KoTopas nocturaet 40%Bo 2 uMmiryibce MeTaHa, mocie
4ero, Ha 3 MMITyJIbCE CBIPbs CHIKaeTcs 0 18%, 94To TOBOPHUT O MPEUMYIIECTBEHHOM MPOTEKAHWH TOJHOTO
OKHCJICHHSI ~ MeTaHa. BimsHWe  yBelIWYCHUS  COJICPIKaHWs  aKTUBHBIX  METalioB B COCTaBe
OKCH/IHOMETAJUTMYECKOTO KaTalnu3aropa IOKa3aHO Ha pe3yJbTaTaX IPOBEJCHUS OIBITOB OKHCIUTEIBHON
koHBepcuH Ha obOpasie Ne2 cocraBa: 28% (NiO+C@0O,)/y-Al,O;. Obpasytomasicss METaHOBOIOPOAHAS CMECh
cocrout u3 64-66%06. Bomoposa, octanbHbie 0koj0 35% 00. 3anumaet Meran. KouBepcus mo CHy, B ombiTax
M0 OKHCJIHWTENbHOW KOHBEPCHHM MeTaHa Ha oOpasne Ne2, mocTemeHHO BO3pacTaeT B XOJE€ IMPOBEACHHS
skcniepumenTa gocturas 80%. CenextuBHOCTh 0 H, Ha MPOTSHKEHHH BCETO OIBITA COXPAHSIET CBOHM 3HAUCHHUS B
100%. CenektuBHocth Mo CO, Tak ke pacTeT ¢ KakIbiM uMItyibcoMm ¢ 83,7% mo 92,8%, COOTBETCTBEHHO
MOCTEIIEHHO CHIKaeTcs celekTuBHOCTh 10 CO, ¢ 16,3%g 1 ummynbce MeTana a0 7,2%ge 3 uMmmybce.

OGpaser; Ne3 ObUT IPUTOTOBJICH C NANBHEHIINM YBEIMUCHUEM KOJIMYECTBA aKTUBHOM (pa3bl KaTtanuzaTopa
HaHeCeHHON Ha okcun amomuHus u uMen coctaB. 50% NiO+C@O,/y- Al20;. YBenuueHue coaepikaHus
aKTHBHBIX META/UIOB HaHeceHHBIX Ha Yy-Al203 ceeimie 50%, IpUBOOUT K PE3KOMY CHIMKEHHIO CTEIEHH
NpeBpallleHNs] METaHa, MOJyYeHHas MeTaHoBojxopoaHas cMmech Oonee yeM Ha 90% cocroutr m3 CHy Tax
konBepcust mo CH, BappupoBanack Ha ypoBHe 50%. CeneKTHBHOCTB 10 BOopoay B 1 M 2 umiynbce MeTaHa He
BBICOKA M COCTABJISCT JIUIIL 0KOJIO 17%,X0Ts B 3 MMITyJIbCE MOAYU ChIpbsS HaOI0aeTcs ee moaseM 10 40%.
KaranuzaTop npuBOIUT K aKTUBHOMY TPOTEKAHHWIO MOJHOTO OKHCIICHHS METaHa, HA YTO YKa3bIBaeT BHICOKAS
cenektBHOCTh 0 H,O — okono 82% B 1 m 2 mmmynbsce mogaun Metana u 59% B 3 ummynsce u 92%
cenektuBHOCTh M0 CO, B IEPBOM HMITYJIbCE CHIPbS, KOTOpas K 3 MMIIYJIbCYy CHU3WIAach juib a0 85,5%.
CeJIeKTUBHOCTH IT0 MOHOOKCHJTY YTIIEpPOJia XOTSI U PACTET ¢ KaXIbIM uMITyJibcoM niogaun CHy, HO He npeBbIaeT
20%. Ucxons u3 ananusa cnektpoB POA u TIIB, MOXHO 3aKIIIOYHTE, YTO MPUIMHON HaOmogaeMoro sqdexra
SIBJISICTCS TIEPECHIIICHUE MOBEPXHOCTH HOCHTENS MOAM(UIMPYIONIMMH OKCHAAMH MeTajula ¢ 0Opa3oBaHUEM
arJoMepaToB ¢ MEHBINEH aKTHBHOCTHIO (ha3bl

B kauectBe HocuTens oOpaszua Ne 4 mcnonb3oBajics NMPOMBINIICHHBIH KaTaau3aTtop KpekuHra. CocraB
obpasma Ne5: 14% NiO+C@O,/AlSIOx. C ucrnonp30BaHHEM JaHHOTO KaTajlM3aTOpa KOHBEPCHUS IO CHIPBIO
MOCTEIIEHHO CHH)KAETCSl B XOJ€ OMbITa, HO He3HauyuTeabHO ¢ 63% B mepBoM mMilyibce MeraHa ao 53,8% B
TpetbeM wuMIyibce. CeNeKTHBHOCTh MO BOJOPOAY Ha TPOTHKEHWH Bcero ombita coctaBiser 100%.
CeneKTHBHOCTD 110 MOHOOKCHY yIiIepoJa IPUHUMAET 3HaYCHUs Topsiaka 72%,a CelNeKTUBHOCTD 0 AUOKCUILY
yraepoga okosno 25%. To ecTh C UCIONB30BAHMEM KaTalH3aTopa KPEKWHIa B OIBITaX OKUCIUTEIHHOM
KOHBEPCHH METaHa MPOTEKAET MPEUMYIIECTBEHHO MapIUaIbHOE OKHCIICHUE.

[TpoBeeHHBIC KCIIEPUMEHTBI TI0 OKHCIUTEIBHOW KOHBEPCHU MeTaHa Ha okcunHoMmeraumaeckux Ni-Co
KaTaJM3aTopax pa3iMyHOrO0 COCTaBa TMOKazald cienylomue pesynbTathl. OOpasen  Ne2, cocraBa
28%NiO+Cq@O4/y-Al 03, mposBuI HAMOONBIIYI0 aKTHBHOCTH IO CTEIECHH KOHBEPCHH METAHA B CPABHEHUHU C
OCTaJIbHBIMU HCIBITAHHBIMUA 00pasiaMu. OpHako 00pa3ylonuics METaHOBOJOPOJIHBIN Ta3 B CBOEM COCTaBe
COJICPYKHT TIPEUMYIIIeCTBeHHO H,, KommuecTBo KoToporo cBhie 86%00., a konmnmyectBo CHy He npeBbimaetT 29%
00. AHaJOrMuHBI pe3ynbrar mmokaszam obpasernm Ned, cocraBa 14% NiO+CgO4/AISIOX. Ob6pasyromascs
METaHOBOJIOPOJTHASI CMECh B OKUCIMTEIIFHOM KOHBEPCHH METaHa Ha HOCUTENE C MPOMBINUICHHBIM KaTall3aTOPOM
KpeKuHra B cpefaeM Ha 65%00. cocTouT U3 Bog0po1a, OCTanbHbIe 0KOI0 35%00. 3aHUMaeT METaH.

Paboma evinonnena npu Qunancosou noodepocke Munucmepcmea obpazosanus u Hayku PO
(Coenawenue o npeoocmasnenuu cpawma 6 popme cyocuouu Ne 05.607.21.0311. Vuuranvuwiii udenmupuxamop
npoexma - RFMEFI160719X0311).
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