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Abstract. The problem of efficient use of natural and associated petroleum
gases and stopping their burning in flares is one of the most urgent and unresolved
environmental problems. In the current emerging crisis and the near-depletion of
oil reserves, the ways of obtaining natural and associated petroleum gases can be
considered as an alternative source of valuable products of petrochemistry and
organic synthesis. The purpose of current work is the development of a new
generation of effective thermally stable catalysts for the processes of synthesis and
oxidation of light alkanes of natural and associated gases to synthesis gas. The
results of partial oxidation of methane over catalysts prepared by the solution
combustion synthesis are given. To obtain a synthesis gas, a study of the activity of
catalysts from the initial mixture of Co(NO3),-Mn(NO3)>-Mg(NOs),-Al(NOs)s/urea
of various compositions was carried out. It was found that the optimal conditions
for producing of synthesis-gas are: CHs4 conversion — 99,7 %, yield of target
products: H — 94,1 % and CO — 42,5 %, T = 900°C, space velocity — 4500 h’!, the
ratio of gases in the reaction mixture CH4: O>: Ar=2: 1 : 3. The properties of the
prepared and spent catalysts were studied by the methods of X-ray diffraction
(XRD), Brunauer-Emmet-Teller (BET). The products of the reaction were analyzed
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by gas chromatography (GC). As a result of the conducted physico-chemical
studies, the structure of simple and mixed oxides, metal aluminates and spinels was
studied. It was found that these compounds affect the active functioning of catalysts
in the process of oxidative conversion of methane.

Keywords: catalytic oxidation, methane, synthesis gas, cobalt, manganese
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AnHoTauus. TaOury xoHe iiecrie MyHail ra3napblH THIMAI Haiinanany
JKOHE OoJIapApl alayiiapaa >Karydbl TOKTATy MOCEJeCi ©3€KTi XKoHe IMemMiH
TaImaraH KOJIOTHSUIBIK Mocesenepaid O0ipi 6omeim Tadbuiansl. Kasipri TysHman
KaTKaH JOardapbICTHIK JKOHE MYHAl KOpJIapbIHBIH CapKbUIybIHA JKaKbIH OOJBII
KaTKaH KaraalblHAa TaOUFU JKOHE 11eciie MyHal ra3aapblH aly >KOIJapblH MyHal
XHUMHSICHI MEH OpraHMKaJbIK CHHTE3/1H KYH/Ibl OHIMICPiHIH O0ajlaMa Ke31 peTiHae
KapacTteipyFa 6onaiel. COHIBIKTaH TAOUFHU Ta3]Ibl KOJIETE KapaTry Macesleci epeKIie
©3CKTLJIK MEH MPaKTUKAJIBIK MaHBI3bUIBIKKA He O0myna. byt ;KyMBICTBIH MaKcaThl
TaOUFM JKOHE 1Jecre Tras3fgapiblH JKSHUI ajKaHIapblH CHHTE3-rasra JCHiH
TOTBIKTBIPY YpAiCTEepi YIIiH »aHa OYbIHHBIH THIMJI TEPMHSIBIK TYPaKThI
KaTaJu3aTopiiapblH kacay Oonbll TaObutagpl. CHHTE3-ra3 aily YIUiH 9pTYpii
kypamaarsl  Co(NO3)2-Mn(NO3)-Mg(NO3)-Al(NOs)s/kapbamua  GacTanksl
KOCTIaChIHAH aJIbIHFaH KaTaJu3aTopiiapAbliH OenceHmiiri 3eprrenni. CuHTe3-ra3
aTyablH OHTaiNbl maptrapsl: razaapaeig Kocnackl CH4:O2:Ar =2:1:3, T=900°C,
KOJIEMIIK KbUinaMabiFsl — 4500 car! Gomranna, CHa-TiH koHBepcuscsl 99,7%, an
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MakcarThl OoHIMHIH IIbFBEIMBI: Hy — 94,1 % xone CO — 42,5 %, OolaThIHBI
afKpIHIaabl. JlalbIHIAIFAH KaTaau3aTopiiapablH KacHeTTepl peHTreHo(a3aIbIK
tannay (PDT), Dbpynaysp-Ommer-Temnep (BOT) omicrepimen 3eprrenmi.
Peakmusuey  enimumepi rasael  xpomartorpadus (I'X) omiciMeH TamgaHbL.
JKyprizinren ¢pu3nKa-XUMUSIIBIK 3€PTTEYICPIIH HOTIKECIHAC KAl XKoHEe KypJemi
KYpamJIibl OKCHITEPAiH, METaII aJlOMHUHATTAPBIHBIH JKOHE MIMUHENIh TYPIHJIETI
KYPBUIBIMAAPBI aHBIKTAIBI. BYJl KOCBUIBICTAp METAaHHBIH TOTHIFY KOHBEPCHUSCHI
YPAIICiHAE KaTaln3aTopiiapAblH O€JICCHIII J>KYMBIC jKacayblHa ocep CTEeTIHMIr
AHBIKTAJIBL.

TyiiH ce3lep: KaTalIWTUKAIBIK TOTHIFYy, METaH, CHHTE3-Ta3, KOOaJET,
Maprasert
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AnHoramus. [IpoOnema 3pPEKTUBHOTO HCIONBb30BAHUS MPUPOAHBIX U
MOy THBIX HE(QTSIHBIX Ta30B W NMPEKPAICHHS X CXKUTaHUs Ha (akenax sBIseTCS
OJTHOW W3 aKTyallbHBIX W HEPEIICHHBIX JKOJOTHMYECKHX IMpobiieM. B ycmoBmsx
HBIHCIITHEW KPU3NCHOW CUTYallMd M OJIM3KOHM K UCTOIICHHUIO 3aMacOB HE(TH MyTH
JNOOBIYM TIPUPOJHBIX M TOMYTHBIX HE(PTSIHBIX Ta30B MOXKHO PAaccMaTpHUBaTh Kak
ANBTEPHATUBHBIN MCTOYHUK IICHHBIX MPOMYKTOB HE()TEXUMHUH U OPTaHHYECKOTO
cunresa. [loaroMy npobiiema yTHIIM3aluy MPUPOTHOTO Ta3a MPUOOPETAET 0COOYIO
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aKTyaJIbHOCTh U IPAKTUYECKYIO0 3Ha4MMOCTb. Llenbto naHHOW paboThl ABISAETCS
co3maHue S(PQPEKTUBHBIX TEPMUYECKH CTAOMIBHBIX KaTaJn3aTopoB HOBOTO
MOKOJICHHUSI IS TIPOLIECCOB OKUCIICHHS JIETKUX AJIKaHOB MPHUPOAHBIX U MOITYTHBIX
ra3oB J0 CHHTe3-Taza. /[l TmoigydyeHHs CHHTE3-Taza ObUIO IPOBEIEHO
HCCTIENOBaHNE AaKTUBHOCTH Kartanm3aropoB u3 ucxomuoit cmecu Co(NOs),-
Mn(NO3),-Mg(NO3),-Al(NO3)3/ModeBHHA Pa3TUYHOTO COCTaBa. Y CTAHOBJIECHBI
ONTHUMAJIBHBIE YCIIOBHS I MOJY4YEHUsl CHHTEe3-ra3a: cMech razoB CHs:Ox:Ar =
2:1:3, T=900°C u oOwemnas ckopocth — 45004’ u GBUIO OmpemeneHo, 4To
koHBepcust CHy cocraBister 99,7 %, a Beixon 1eneBbIx npoaykros: Ho — 94,1 % u
CO — 42,5 %. bbumu n3yuyeHbl CBOWCTBAa IMPHUIOTOBICHHBIX M OTPaOOTaHHBIX
KaTaJu3aTopoB MEeToaMu peHTreHodazoBoro ananusa (POA), bpynayspa-Ommer-
Tennepa (BOT). IlponykTsl peakuuu ObLIM aHATM3UPOBAHBI METOIOM Tra30BOMH
xpomarorpadpun (I'X). B pesynsrare npoBeAeHHBIX (HUIUKO-XUMHUECKUX
UCCIIEOBAaHUM ObllIa MCCIEOBaHA CTPYKTypa B BHIE IPOCTBIX U CIOKHBIX
OKCHJIOB, AIIFOMHUHATOB METAJIOB U MIMuHeTd. OOHAPYKEHO, YTO 3TH COCIUHEHHS
BIMAIOT Ha aKTHBHOE (YHKIMOHMPOBAaHHE KaTaju3aToOpoB B IIpolecce
OKHUCIUTEIBHOTO IPEBPAIIeHs] METaHa.

KnwueBble coBa: KaTalUTHYECKOE OKHCICHUE, METaH, CHHTE3-Tas3,
K0OaJIbT, MapraHell

Kipicne

CuHTe3-ra3 alynblH HEFYPJIBIM THIMII JKOHE YHEMIII TEXHOJIOTHSIIAPHIH
i37ecTipy SHEpreTMKa MEH ra3 XHMUSCBIHAAFbl 0acTbl FBUIBIMHU-TEXHUKAJIBIK
OarbITTapIbIH OipiHe aifHamyna. bys COHBIMEH KaTap 3KOIOTHSIIBIK Ta3a KOIiK ITeH
CYTeTi 3HEpTrHsCHI YIIIiH ap3aH oHe KOJ KeTIMJIi CYTeTiH alyFa MyYMKiHAiK Oepei
(Lovell, 2017; Lou, 2017).

MeTaHHBIH KaTaJUTUKAIbIK KOHBEPCHSCH! apKbUIBI CUHTE3 T'a3bIH ally/IbIH
3 Heri3ri ofici 6ap: MeTanHbIH Oy KoHBepcusichl (MBK), MeTaHHBIH mapiuaibl
ToThIrybl (MIIT) skoHE MeTaHHBIH KoMip KbIIKbULIBI KoHBepcusichl (MKK)

MBK: CH4+H>0-3H>+CO AH%05=+206 kJI>x/ MOJIb )
MIIT: 2CH4+0,<-2CO+4H, AH02982-76 KI[)K/ MOJIb (2)
MKK: CH4+CO+2CO+2H, AH0298:+247 KI[)K/ MOJIb (3)

MIIT-HbIH 0acThl apTHIKIIBLIBIKTAPBIHEIH 0ipi cuHTe3-razasl Hy: CO =2 :
1 xarpiHachiHOa amy Oonbin TaObuiazel, ceOeOi Oy JkaFfaiiga ajblHFAH ©HIM
Oummep-Tponir cHHTE31HE XKOHE METAHOJI MEH CHHTCTHKAJIBIK OTHIH OHIIPICiHIC
KonjaHyra ete bIHFaiibl. Cy Ta3bIHBIH BIFBICY PEAKIMSICHl Ta3 TOpi3li eHiMje
KOMIPKBIIIKBLT Ta3bIHBIH €/10yip Meuepe keoewine okeneni (Talasbayeva, 2019;
Wei, 2019).

Peakmusabiy xypy Temmeparypackl (1200-1500°C) karanmsmik emec
nmapuuanabl TOTBIFYFa KapaFaHIa aHaFypJibIM TeMeH. JlereHMeH, Karaau3arop
OHEPKACINTE BIKTUMAIJIBI KOJJAHBLUTYHI YIIIIH PeaKIUsSHBIH XKYPY TEeMIIEPaTypachl
omaH na TeMeH OonyblH Kaxer eremi. MIIT kesiHme kemipTekTiH Ty3inyi Ha
CEJICKTHBTUIITHIH TOMEHJICYyiHEe acep €eTell >KOHEe COHBIH OCEpIHEeH peakmus
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OapBICHIH/IA KAaTAIM3aTOPIIap IbIH OCIICCHIUTITIHIH ¢ ToMeHAeyiHe okeneni (Moral,
2019; Zhao, 2018).

Byn ypmicrep yumiH aceul MeTajmapAblH HETi3iHAE >KacalblHFaH €H
OeliceH Il Karanu3aropiap eTe KeiMOaT O0ombim Kenmeni. COHFBI JKBUIIAPEI HUKEIh
KaTaJU3aToOpJIapblHbIH ~ KAaTbICBIHJIA  albIHAaTBIH  MAaKcarThl  ©HIMICPAIH
CEJIEKTHBTUIIN MEH IIBIFBIMBIHBIH >KOFapbl OOJIATBIHBI KEHIHEH 3epTTENi.
Karanuzpik OenceHainiriHiy >korapel OOJybIHA KapaMacTaH HHUKENb HeTi3iH7e
JKacaJIbIHFaH YJTUIEpIiH Oipiry MeH KOoKcTeayre OeiiiM OoiaThiHbIHA OaiiIaHBICThI
JIe3aKTUBAIMIIaHYFa KBUIAM YIITBIPaUTHIHBI aHbIKTAIB (Hassan, 2019; Egawa,
2018; Xanthopoulou, 2015).

MIIT Oyiel puOpMUHTIIICHY/TIH HET13T1 albIpMAaIIBUIBIFBIHA, PEAKIUSIHBIH
QJICi3 DK30TEPMUSUIBIK OONYBIHBIH CalIapblHAH, YPIICTIH JKYpyi YIIiH JKBLTY
SHEPTUACHIHBIH a3 Memmepi Kaxer erineai. ConbiMeH Katap, MIIT »xakcel
VaKbITTHl JIMHAMHKAJBIK PEaKIUsIFa Ue JKOHE KBICKA KaHACY YaKbIThIHIA JKYMBIC
icTeld amanmel, Oy IIAaFbIH peakTopiapipl MaiijanaHyFa MYMKIiHIIK Oepeni
(Specchia, 2017; Xanthopoulou, 2018).

Anadia, MeTaHHBIH NapUHUajabl TOTBIFYBIHBIH Keneciged Oipkarap
KeMIIITIKTepi 0ap:

- XKyHere oTTeri MeH MeTaHABl Oepy OapbICBIHIA >KAPBUIBICTBHIH
TyBIHAAY Kayli *OFapbl OONajbl oHE OTTETiHI ayajaH Oelim ajay alTapibIKTai
KbIMOATKa TyCce/i;

- ra3ipl (pazajblK peakiusga KOMIPTEKTIH Maiaa OoJybl MKoHE
JKEITIHIH KbI3BII KeTYl eCe0iHEeH KaTaln3aTopIbIH OY3bLTYBI MYMKIiH.

Bencennainiri MeH TYpaKTbUIBIFBIH )KOFaphIIaTy MaKCaThIHAA METAIJapAbIH
OCJICeHAUTITIH apTTHIPBIN, OipiryiH TeMeHaeTy yiuiH Ni HeTi3iHAe KacalblHFaH
KaTanu3aropiap KOChIMINA OHISYNI KakeT eremi. llapiumanisl TOTBIFY OfiCiHIH
Tarbl Olp AapTHIKIIBUIBIFBIHA JKOFaphl KOJEMIIK JKbUIIAMIBIKTa METaHHbBIH
KOHBEPCHUSICHIHBIH,  KOFapbl OONlyBIMEH CaJbICTHIpMallbl  TYpAE CYTETiHiH
CEJICKTUBTUIITIHIH JIe JKOFapbl OOJIYbIH KaMTaMachl3 eTell. Bbyi peakiusiiaH
aNBIHATBIH  OHIMJEPIiH JKOFaphl KOPCETKIIITepiHe KapaMacTaH, KOKCTBIH
TY3UIyiHEH JKOHE MeTajjapAblH OipiryiHeH TybIHIaraH KaTajlu3aTop.bl
3aJIaJICBI3AHIBIPY Ui e Oosica miemiMi TaObUIMaraH Kypaeidl Macese OOJIbII
TaOBpIIaAbl, cebebi HUKeNh KaTaln3aTopiapblHAa KOMIpTEeKTiH TY3lIyl YpIicTiH
KypyiHe  cesiMran  Oomeim  kememi.  COHOBIKTAaH  KaTaJdM3aTOPAAFrhl
KPUCTAJUTUTTEPAIH MOJIIIEPIH a3aiiTy HeMece TachIMAJJArbllINeH OpeKeTTeCyIli
apTTRIPY YVIIIH MOMU(UKAIMUIAYIIBl KOcChanap ki KojmaHbutaael. Omapra
CLITUTIK KOHE CHPEK Ke3IeCETiH AIeMEHTTEPAIH OKCHATepiH KonaaHaas! (Novikov,
2017; Tungatarova, 2010).

MIIT vypmicinae HUKENb KaTanu3aTopiapbl MEH achll MeTanjgapra
Heriznenren ynrinep (Pt, Ru, Rh) sxorapsr 6emcenminik kepceTTi. ATan alTKaH/a,
acbuUl  MeTalJapFa  HeTi3eNreH  JKOFapblAa  aTajfaH  Karajau3aropiiap
CaJIBICTBIPMAJIBI TYPAE >KOFapbl OENCEHAUTIKTI, TYPaKTBUIBIKTHI JKOHE KOKCTEyre
TO3IMIUTIKTI KepceTedi. bysr Merammapasl 6acka MeTanmapMeH CajabICThIpFaHAa
KYHBI KOFapbl 0OJaabl KoHE KOJI JKETIMIUIIT KWABIH OONFaHIBIKTAH OJap.IbIH
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OHEPKACINTIK JACHredae KOoMmMaHbpUTybIH Imekrediai. CoraH OaimaHbicThl  Ni
HETI31HeT1 JKacaJIbIHFaH KaTaJu3aTopiapAblH OCICeHIUTITIHIH JKOFaphl OOJYHI,
OarachIHBIH KOJ KETIMIUIIT HIH apKachblHIa OHEPKACINTE KOJIJaHy YIIiH KONJaHyFa
OomatelH Oajama peTiHAe KoiimaHyra MyMkiHmik Oepemi (Tungatarova, 2019;
Dosumov, 2012; Alvarez-Galvan, 2018). KobanbT karagu3aTopiapbl METaHHBIH
Mapiuaibl TOTHIFYBIHAA OeNceH Il ekeHi Oenrini. Onap oJeTTe HUKEIb HeTi31HIeT]
JKOHE achUl METaUl KaTaju3aTopiapblMEH CajbICTHIpFaHa METaHHBIH TOMEH
KOHBEPCHSICHIH KaMTaMachl3 eTeii. Anaiia, KoO0aasT METANBIHBIH OalKy >XoHE
OynmaHy HyYKTelepi »oFapbl, OyJl OHBIH TOMEH arjioMepalMsAChIHA KOHE
Jle3aKTHUBAIUS JKbUIIaMIbIFbIHA BIKnat etefi (Tungatarova, 2018; Xiao, 2009).

JKaHa mporpeccuBTI HAHOOIIEM I KaTaau3aTopiiapabl eHIIpY TocuIaepi
KCHIHCH 3epTTelyle »JKoHe OYriHTT KyHI OCBIHAAH THIMAUIL KOFaphbl
WHHOBALMSIIBIK 9MICTEepiH OipiHe 3MiriHeH TapajaThlH >KOFapbl TeMIepaTypabl
cuate3 (OXC) omiciH >karkpizyra Oomambl ce0ebi, OV OmiCTIH HOTHXKECIHIC
Oipereii Kacuerrepi Oap KHbIH OaJKUTBIH OTKA TO3IMII KYHIBUIBIFBI >KOFaphbI
kemreHaep anbiHaapl. OKC TeXHOMOTHACHIHBIH HETi3I1 apTHIKIIBUIBIFBIHA CHIPTTaH
KbUTy OepMeii-ak, XMMHUSUIBIK peakUusuIapAblH JKypyl OapbichiHOa OeliHeTiH
JKBLTYIbI KoJiany npuHituni Herizaenred. Conapikran, OXKC mporectepi nacTypiii
SHEPTHUSHBI KOl KAKET eTETiH TEXHOJIOTHsUIapMEH CallbICThIPFaH/a COTTI Oocekere
tyce anazasl (Holmen, 2009).

Epitingine xany curaTte3i (EXKC) ©XKC omiciHiH TYpJEHTEH XaHa TYPi.
Epitingine >xany omiciHiy ypzici memri oprama 350-ger 600°C apaibiFbpiHAa
KBI3ABIpY Ke3iHae Kyprisiemi. byn omicrieH anplHFaH eHIMAEp, OAETTE,
Ta3aJbIFbIHBIH JKOFAphl OOJyBIMEH, KpUCTalAaHy KalOineTi Oap HaHOemeMi
KJIaCTepJIi MaTepraIiapabl Ty3yre KabimeTTimirimer cunarranazis (Sarsenova R.O,
2020).

Kymeicra EXXC omiciMeH MeTaHHBIH CHHTE3-Ta3Fa ailHally TOTBIFY YPIiCiH
Kyprizyre KabimeTTi Co-Al-Mg-Mn/kapbamug HeTi31H/1e JKacaraH
KaTaJu3aTOPLIHBIH OCIICEHIUTITIHIH AepekTepi OepinreH.

3epTTey HbICAHBI MEH dicTepi

Jafieiamanrad  yATUIEpAiH KYpaMbBIHIA op TYPJi MeJIIepAe MeTajul
HUTpATTaphl 0Oap KaTralM3aTopiapiblH CEPHSICHl EpITIHIIAC >KaHy oIiCiMEH
naibpIHAan IR, MeTam Ty3aapbl MEH MOYCBHHA aHATTUTUKAIIBIK Tapa3bla OJIIeH .
Ty3mapneiH  ocel  KocmackiHa — 80°C  nmeitin kpi3aplppuFad 50 Mo
WOHCBHI3JAH/IBIPBUIFAH CYy KOCBUIFAHHAH KEHiH aJiblHFaH KOCIA TOJBIK epireHIe
ayana apanacteipbuigsl. Cunte3 10-15 muHyTKa cossuiabl. Karammsaropabt
CHHTE37Iey YIIiH My(enb Helli ajIplH-ala KaXXeTTi Temreparypara aeiin (0i3miH
xarmpaiina 500°C) ke3abipeuiabl. CofaH KeHiH epiTiHAIci Oap cTakaH ajjblH ajia
KBI3IBIPBUIFaH My(Qemb/Ii Telke KOWbIIIbL. PeakisiHbIH OachIHIa KOl MeJIIepie
XKbUly Tmaima Oomanmel, Oyl >kaHy (POHTBIHBIH T€3 TapaldyblH >KOHE
TeMIepaTypaHblH KYPT JKOFapbUIaybIMEH aHBIKTANbI. bipHeme MUHYTTaH KeiliH
KYPBUIBIMJBIK ~ KaTalu3aropiiap TY3UIedi, oNapAblH TY3UMyi JaibIHIaIFaH
YITiNepAiH KOFaphl OeNCeHNiNiTiHIH cebenTepiniH Oipi OONBIN  TaOBLIAIEL.
KypambiHaars! KOMOOHEHTTEPAIH Memtiepi ap Typii 6onbin kenetin Co-Mn-Mg-
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Al/xapbaMun HeTI3iHIET1 KaTajau3aTopiiap epiTiHAiae >KaHy ofici OoWbIHIIA
JMaBIHAAIBIN, KeJecl yaruiepaiy oencenniniri 3eprrenmi: 7,5 % Co-2,5 % Mn-20
% Mg-20 % Al/50 % xapbamun xoHe 20 % Co-5 % Mn-5%Mg-20 % Al/50 %
KapOammu.

Co-Mn-Mg-Al/kapbamun cepusiChiHbIH KaTanuzatopiaapbl 500°C  neitin
KBI3ABIPBUIFaH My(ebai nemre JaibiHaanasl. Y CTiHe YII TepMOoIiapa OpHaThIIIBL.
Bapnbik Tepmomnapnap mydenbai HEmTiH illiHAEC OpHAJACKaH CTakaHaa OOJIbL.
Bipinmi tepmonapa epiTiHAiHIH TOMEHT1 Ka0aThIHAa, EKIHIII TepMOoTapa OpTaHFbI
KabaThIH/A, YUIIHIII TepMomapa epiTiHAiHiH OeTki kKabarbiHza Oonapl. Epitinai
XKaHy 9[IICIMEH KaTalu3aropiiapAbl CUHTE3Aey Ke3iHIe €Ki JKaHy pexHuMi kKy3ere
achIPbUIA/IbI: KOJIEMIIK JKapbUIbIC JKOHE O37iriHeH Tapany pexuMi. JKapbuibic
PSKMMIHIH KOJIEMIHAE epiTiHAlI KbI3adbl JKoHE Cy OymaHanpl. [enb CymbiH
OynaHybIHaH KeliiH maiiga Oonanbl. Mydenp/i nemreri Temneparypa 6ipre-06ipre
KpUTHKAJBIK TeMIleparypara JeiiH Ketepinemi. Temmeparypa KpUTHKAJBIK
JICHrelire KEeTKeHJIE KaTalnu3aTopAbIH OYKUT KeJeMiHAe SK30TEPMUSIIBIK PeaKIIHs
KYpei.

Karanuzaropnapas! gaiieiaay 6apsiceiaaa 20 % Co-5 % Mn-5 % Mg-20
% Al/50 % kapbammup XYHECiHIH KeleMIli >KaHy PEeKUMIHIH TeMIleparypalibi-
YaKBITTHI TPOQHII 1-cypeTTe KepceTinreH.

— KOFAPBI

800 A = opTa
TeMeH

600 4

paTypacsl, °C

400+

Aany Temmne

50 600 650 700 750 800 850

th

HaHy VaKBITEL, CEK

Cyp. 1. 20%Co-5%Mn-5%Mg-20%Al/50%kapoamun sxyiteciHiH KeaeMi )kaHy PeXUMIiHIH
TEeMIepaTypajIbl-yaKkbITThl TPOQITI
(Fig. 2. Temperature-time profile of volumetric combustion mode of 20%Co-5%Mn-5%Mg-
20%Al/50%urea system)
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Karanuzaropaer cunTe3ney OapwichiHma epiTiHmi T,=120°C-tan Oactan
oymananelr, T;=152°C-tan Oacram epiTiHAIMI3 Telbre awHamamel, am T,=295°C
OonFaH/ia KeJeMIIIK PeKHMIE JKapbUIbIC Taina Oomanel. EpiTiHAiHIH TeMeHTi
Oemiringe Temmeparypa 850°C-xa, opra Oemiriage 893°C-ka, am KOFapFel
6exiringe 840°C-ka neitin xereni.

Bacranke! kocma MeH peakuus eHiMmaepid Tangay "Chromos GC-1000"
(Peceit) xpomarorpadblHBIH KOMETriMEH >KYPri3iifi, OJ canTaMalibl KOHE
KaWULIPIBIK ~ OaraHgapMeH kaOmeikranmran. Canrtamansl  Oarangap CaA
KYpaMBbIHBIH (a3anapblH KongaHa oTeipeil, Ha, Oz, N2, CHs, C2He, CoHa, C3-Cy
kemipcyTekrepin, CO xone CO; Tanaay YUIiH KOJAaHBUIIBL

Karanuzaropnapisly Qu3nka-XUMISUTBIK KacHeTTepiH 3epTTey National
center for scientific research «Demokritos», (Athens, Greece) xyprizimi.
CunTtesnenreH Katanuzaropyap peHTtreHodaszanslk Ttangay (PDOT) omicimen
Siemens Spellman DF3 cnexrpomerpinge Cu-Ka (A=1,5406 A), 26=5° - nan 100°
- ra nedinri apaneikra 0,03°/1 coyneneHyMeH 3epTTeiai. MeHImiKTi OeT ayaaHbl
JKOHE — KaTtanmuzaropiapiarbl — keyekrephi  Ttapaimyel  GAPPV-Sorb 2800
aHanmm3atopsl apkpuisl bpyHaysp-Ommert-Temnep (BOT) omicimen emmenmi.
Taceimaiinayiiisl a3 petinae a3or (Tasaubirbl 99 %) neH renuii (TasanbiEbl 99%)
KOJIIAHBULIBI. METaHHBIH TOTBIFY YPHICIHIE KaTalu3aTropiapAblH KaTalu3/iK
OeJICeHAINTITiH chiHay OOMbBIHINA KacaJbIHFAH TOKIpHOeNIep aFbIHABI - KaTalu3IiK
KOHBIPFBIIA 3epTTeil. KOHIBIPFBI YIII HET13r1 O6IIKTeH: 0aCTaKbl a3 KOCIIACHIH
JANBIHIANTBIH OOIKTEH, aFbIH/Ibl THIITET1 KaTaIH3/IK KBapIl| PEaKTOPhIHAH JKOHE
ra3mapabl  TanjayFa — apHanFaH — xpomarorpadTaH  Typaabl.  O3ipJeHreH
KaTaJn3aTopIapIblH OCIICEH IIIITIH aHBIKTAy Ke31HIe PEaKTOP/IbIH TeMITepaTypachl
600-nen 900°C-ka e3repyiMeH JKYpri3iimi. ¥3bIHIbIFEI 40 CM JKOHE 1IIKI JUaMeTpi
18 MM GomaThIH KBapITHl KYOBIPIIBI peakTopFa 2 MJI MeJIIEePiHAeTi Karaanu3arop
EHTI31Ial.

3epTTey HOTHIKeIePi KIHe 01apPAbI TAIKBLIAY

MeTaHHBIH ~ CHHTE3-Ta3fa TOTBIFYbIH 3epTrey ymiH  600-900°C
TeMIIepaTypa apalibIFblHAa Ta3mapisiH keneci Kocrmackl CHy @ O, @ Ar = 2:1:3
naiigananeiael  koHe 4500 car!  KemeMIiK  KBUILIAMIBIKTA KYPri3iireH
TOXKIPUOCHIH HOTIKENEPl 2-CypeTTe KOPCETUITEH.
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Cyp. 2. MetaHHBIH CHHT€3-Ta3fa TOTBIFY peakiusachiHAarsl 7,5%Co-2,5%Mn-20%Mg-
20%A1/50%  xapbamux  (a) koeHe  20%Co-5%Mn-5%Mg-20%A1/50%  kapbamua  (0)
KaTaJnu3aTopJIapbIHbIH OCICeHAITITIH 3epTTey

(Fig. 2. Study of the activity of 7.5%C0-2.5%Mn-20%Mg-20%Al/50%urea (a) and 20%Co-
5%Mn-5%Mg-20%A1/50%urea (6) catalysts in methane synthesis gas oxidation reaction)

2(a) cyperinen kepiHinm typraHmai, H, xone CO mbpireiMbl 800°C
temneparypana 2,6 % (H,) xone 0,6 % (CO) 6aiikanansr, 900°C temmeparypana
coiikecinme 50 % (Hz) sxane 29 % (CO) meiiin apTca, COHIai-aK OCbI TEMIIEparypa
JMATia30HbIH]Ia METaHHBIH KOHBepcuschl 22,4 %-nen 60,5 %-ra neitin apragpl. A,
2(0) cyperre, Co-Mn-Mg-Al/kapbamMua KaTaau3aTopiiapblHAarbl IEMEHTTEPIIH
KYpaMbIH ©3TepTy HOTHKECIH/Ie aTFOMHHUN XKOHE ocipece KoOaNbT eH Ko 0OJIFaH
JKaFaia Karamu3aTopiap ©H JKOFapbl OCJICEHIUTIKTI KOpPCETeTiHI aHBIKTAJIbL.
700°C Temneparypaja METaHHBIH aliHAIYBIHBIH Oip Me3rijue xKorapbliaybiMeH Ho
xkoHe CO Ty3imyi OaiikanarelHBIH Kepcetemi. Ho sxome CO mbireiMbl 700°C
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temneparypana 2,8 % (Hz) xane 0,4 % (CO) xypaiinsi xxone 800°C Temmeparypana
coiikecinme meiFbIMBL 90,7 % (H») xone 40 % (CO) xypt e3repeni, coiikeciHime
MeTtaHHbIH KoHBepcuschl 20,1 % (700°C) men 97,9% (800°C) aprambl. byn
oencenninik  Temmeparypa 900°C  meiiiH KeTepiice € CaKTalagbl >KOHE
Temreparypanbl Tarbl 100 Tpamycka KeTepymiH KaKETTLTrl JKOK eKCHIITIH
KepceTei.

Kecre 1. Co-Mn-Mg-Al/xapbamun karanusaropiapsl cepusachiHbIE BOT TannaybIHbIH HOTIKENEpi

Karanuzaropnap Berrik  aynmansl, | CaHpU1aynapbIHBIH CanpliaynapbslH

mor! kesemi, cmr! BIH opramia
OJIIIEM], HM

7,5%Co0-2,5%Mn- 12 0,058 23,1

20%Mg—

20%Al/xapbamu

20%Co—5%Mn-5%Mg— 16,6 0,063 22,9

20%Al/xapbamun

Menmikri GerTik aymaesl 16,6 M’r!, an caHpUIayIapbIHBIH OpTaIla
memmepi 22,9 HM OomarbiH  20%Co-5%Mn-5%Mg-20%A1/50%xkapbamun
KaTanu3aropsl keieci karanuzarop 7,5 % Co-2,5 % Mn-20 % Mg-20 % Al/50 %
KapOamMu KaparaHga >KOFapbl ONCEHALTIK KOepCeTEeTIHAIr aHBIKTangsl. by
3aHJIBUIBIKTBI 2 CypeTTe KOpCeTUINeH CHHTE3 Tra3blHa METaH TOTBIFY
peakmuaceigarsl 20 % Co-5 % Mn-5 % Mg-20 % Al/50 % xapbamua
KaTaJIM3aTOPBIHBIH OCJICEHAUTITIMEH OaiIaHBICTHIPYFa OOIa b,

3 — cyperre BOT onicimen anbikraiFan 20 % Co-5 % Mn-5 % Mg-20 %
Al/50 % xapOamMua KaTalM3aTOPBIHBIH — afcopOIus/aecopOIus HOTHXKeIepi
KEJITipiJIreH.
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Cp. 3. Bacranker  xome  Toxipubenen — kedtinri  20%Co-5%Mn-5%Mg-
20%A1/50%Kapbamut KaTaa3aTOPEIHBIH a30TIeH acopOIHs/necopOnusIany H30TepMachl

(Fig. 3. fresh and spent 20%Co-5%Mn-5%Mg-20%Al/urea catalyst adsorption/desorption
isotherm with nitrogen)
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Toxipube JKacaJibIHFaHHAH KEHiHT1 KaTaJn3aToOPABbIH
azcopOIus/aecopOIs U30TepMachl 3a-CypeTTe KepceriareH, cyperre E Tumine
KararblH, Oip Tap carachl )KOHE KeH iIIKi KejeMi 0ap (KyYMbIpa THITI caHbLIay
Hemece bottle-neck pore) caHpuIayabl TECIKTEpAETi aacopOLHs/IecopOIsIaHy
KHCBIFBI cumnarraiarad. Ajn 30-cyperre B TwumiHe jXaTaThlH >KOHE KypAeii
KYPBUIBIMABI ME30TIOPaHbIH YIT1IepiHe TOH TOKIpHOeIeH KeHIHT1 KaTaan3aTopIbIH
azicopOLms/necopOUMCHIHBIH H30TEPMACH KOPCETLITEH.

Co-Mn-Mg-Al/kapbamuy karanuzatopiapeiably, POT cnekrprepi  4-
CYpeTTe KOpCeTireH.
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Benrineynep: 1 — Co304, 2 — MgA204, 3 — CoAl204, 4 — MgO, 5 — MnO, 6 — MnsOs

Cyp. 4. 7,5%Co0-2,5%Mn-20%Mg-20%Al/50%xkapoamun (a) xkoue 20%Co-5%Mn-5%Mg-
20%A1/50%xkapbamuy (6) xatanu3aToprapbsiHbH POT

(Fig. 4. XRD catalysts 7,5%C0-2,5%Mn-20%Mg-20%Al/50%urea (a) xone 20%Co-
5%Mn-5%Mg-20%Al1/50%urea (6))

JKyprizinren peHtreHodazanblK 3epTTEYIEpAiH HOTIKECIHIS YATUICPIiH
Kypambinaa keneci ¢azanapasi Co3z04, MgAlOs, CoAl20s, MgO, MnO, MnsOs
0ap eKeHIIT1 AaHBIKTAJIIBI.

P®T-man  anplHFAaH ~ MONMiMeTTep  OOHMBIHINA — KaTalM3aToOpIIapIbIH
IINHHETbACP MEH OKCHTEPAiH KYOThIK KYPhUTbIMFA HE SKECH/IITT aHBIKTaJIbI.

KopbIThIHABI

Ochuraifina, epiTiHmie )KaHy 9iCiMeH METaHHAH CHHTE3 Ta3bIH Iy YIIiH
600-900°C  TemmepaTypa  apaibIFbIHIA  Ta3gapAblH  Kelleci  KOCIACHI
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CH4:0,:Ar=2:1:3 xone 4500 car’! keneMIiK KbUIIAMABIKTA KAaTaIU3aTOPIAPIbIH
Oencenainiri 3eprrenami. MIIT omiciMeH MeTaHHAH CHUHTE3-Ta3 ajy VIINIH €H
oencenai 20%Co-5%Mn-5%Mg-20%Al/kapbamuy Karaau3aTopbl AHBIKTAJIHI.
T=900°C-ta, W=4500 car xonemuix xbuinamasikra CHs xousepcuscsr 99,7 %,
MakcaTThl OHIMAEpAiIH Xorapel MBIFBIMBI H>-94,1 % xome CO-42,5 % xon
KETKi3yre MyYMKiHZIK Oepai. CHHTe3eNreH Karanu3aTopiaapasie Kacuerrtepi POT
xone BOT omicrepimen 3eprrenai. XKyprisinreH pusnka-xuUMHSIIBIK 3€PTTEYAEPAIH
HOTIDKECIHIE Kall  JKOHE  KypAem — KypaMIbl  OKCHIATEPHiH,  METalll
QMIOMUHATTAPBIHBIH JKOHE IIMHHENb TYPIHAETI KYPBUIBIMHBIH OONaTBIHABIFBI
3eprrengi. bym KochUIbIcTap METaHHBIH TOTBIFY KOHBEPCHSCHI YpAiciHAE
KaTalu3aropiap/IbiH OeJICeH/I JKYMBIC )KacayblHa dCEp €TETiHI aHBIKTAIIBI.
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