ISSN 2224-5286

KA3AKCTAH PECITYBJIMKACBHI
YJITTBIK FBUJIBIM AKAJIEMUACBIHBIH

XABAPIIAPDI

N3BECTUA NEWS

HALIMOHAJIBHOW AKAJIEMUU HAVK OF THE ACADEMY OF SCIENCES
PECITYBJIMKU KA3AXCTAH OF THE REPUBLIC OF KAZAKHSTAN

XUMUSA KIOHE TEXHOJIOI'UA
CEPUSACHI

¢

CEPUA

XUMHUHU U TEXHOJIOI'NA

¢

SERIES

CHEMISTRY AND TECHNOLOGY

2 (410)

HAYPBI3 - COVYIP 2015 x.
MAPT — AIIPEJIb 2015 1.
MARCH - APRIL 2015

1947 )KbUJIJIbIH KAHTAP AMBIHAH ILILIFA BACTAFAH
U3JAETCS C SIHBAPSI 1947 TOJIA
PUBLISHED SINCE JANUARY 1947

XKBbUIBIHA 6 PET IIbIFAZIBI
BBIXOIUT 6 PA3 B I'O/]
PUBLISHED 6 TIMES A YEAR

AJIMATBI, KP ¥FA
AJIMATBI, HAH PK
ALMATY, NAS RK



bac penakTop

KP ¥TA akanemuri
M. K. KypbiHoB

Pel[aKL[I/IH aJlKacCBI:

XUM. F. JHOKTOpHl, mpod., KP ¥FA akamemnri OmekenoB C.M.; xuMm. F. Hoktopsl, npod., KP ¥FA
akagemuri FazanmueB A.M.; xum. f. nokropel, npod., KP ¥YFA akamemuri Eproxun E.E. (Gac
PEeNaKTOPIBIH OpBIHOAcaphl); XUM. F. IOKTOpHI, mpod., KP ¥FA akapmemuri Ilipoamer K./I.; xum. r.
nokropsl, ipod., KP ¥FA xopp. mymeci baemos A.b.; xuMm. ¥. 1okTopsl, pod., KP ¥FA xopp. mymreci
bypkitoaes M.M.; xuMm. f. goktopsl, mpod., KP ¥FA kopp. mymeci KycinbéexoB Y.XK.; xum. f.
nokropel, npod., KP ¥FA xopp. mymeci HrikanoBa X.HM.; xum. . gokTopsl, mpod., KP ¥FA xopp.
mymeci MoagaxmeroB M.3., TexH. . nokTopsl, npod., KP ¥FA kopp. mymeci MeipxaasikoB 7K.Y.;
Me. F. JokTopkl, mpod., KP ¥FA xopp. mymeci PaxsimoB K./I.; xuMm. ¥. mokTopsl, ipod., KP ¥FA kopp.
myuieci CataeB M.HU.; xum. . 1okTopsl, mpod., KP ¥FA kopp. mymieci TomimoB JI.T.; Xum. . JOKTOPEI,
mpod. MancypoB 3.A.; TexH. F. TokTopsl, npod. Hayprizoaes M.K.

Penakxngusga keHgect:

Bbenapycw PecniyOnukaceiasiy, ¥FA akanemuri Aradexkos B.E. (benapych); Ykpannansiqy ¥FA akagemuri
Boakos C.B. (Ykpauna); Kpipreiz PecnyOnukaceinein ¥YFA  akagemuri 7KopooexoBa K.
(Kpiprei3cran); Apmenust PecriyonmukaceiabiH ¥FA akagemuri Mantamsas A.A. (Apmerns); Momnmosa
Pecrryommmkacweiaeiy YFA akamemuri Typtd K. (Monmosa); O3ipbaibkan ¥FA akagemuri @ap3anues B.
(O3ipbaiikan); Toxikctan PecrmyOnukaceineiH YFA akamemuri XaaukoB J.X. (ToxikcraH); XuM. F.
noktopsl, ipod. Hapae B.H. (Peceit ®enepanumscer); ¢umocodus F. gokropsl, npodeccop Ionamna
IIpoxonoBu4 (¥ eI0puTaHus); XuM. F. TOKTOPHI, mpodeccop Mapek Cukopceku (ITompima)




'maBHBIY penaxkTop

akagemuk HAH PK
M. K. Kypunos

Pe,[[aKI_II/IOHHaSI KOJITJICrHi:

JIOKTOp XHMM. Hayk, mpo¢., akanemuk HAH PK C.M. AgekeHOB; TOKTOp XHMM. HayK, mpod., akaaeMHK
HAH PK A.M. I'azanues; noktop xuM. Hayk, npod., akanemuk HAH PK E.E. Epro:xun (3amectureib
TIIABHOTO PENaKTopa); JOKTOp XuM. Hayk, mpod., akamemuk HAH PK K.J. IlpanueB; mokTop Xum.
Hayk, npo¢., un.-kopp. HAH PK A.b. BbaemoB; noxkrop xum. Hayk, npo¢., um.-kopp. HAH PK
M.M. Bypkut6aeB; JOKTOp XUM. HayK, mpod., wi.-kopp. HAH PK Y.K. IxycundexkoB; JOKTOp XUM.
Hayk, mpo¢., wi.-kopp. HAH PK X.M. UtkaHoBa; MOKTOp XUM. Hayk, mpod., dn.-kopp. HAH PK
M.3. MyJaaaxMeToB; TOKTOp TeXH. HayK, pod., wi.-kopp. HAH PK 7K.¥Y. MbIpXajabIKoB; TOKTOp Me.
Hayk, mpogd., wi-kopp. HAH PK K.J. PaxumoB; mokrop xum. Hayk, npod., un.-kopp. HAH PK
M.H. CaraeB; 10KTOp XuUM. HayK, npod., wi.-kopp. HAH PK JI.T. TammmoB; TOKTOp XUM. HayK, Ipod.
3.A. MaHcypoB; 10KTOp TexH. Hayk, mpod. M.K. Haypri3oaeB

PenakmuoOHHBH COBET:

akagemuk HAH PecnyOmuku benapyce B.E. AraGexoB (benapycp); akamemuk HAH VYkpaunst
C.B. BouaxkoB (Ykpanna); akanemuk HAH Keipresckoii Pecrryomuku H1.7K. ZKopobdexoBa (Kbipreiscran);
akaneMuk HAH PecmyOmmku Apmenuns A.A. Mantamsin (Apmenns); akagemuk HAH PecmyOmmkun
MonnoBa K. Typra (Monnosa); akagemuk HAH AsepOaiimxanckoit Pecnybnuku B. dap3anuen
(AzepOaiimxan); akagemuk HAH Pecny6muku Tamxukuctan [1.X. Xamukos (Tamxukucran); TOKTOp
xuM. Hayk, npod. B.H. Hapaer (Poccus); moktop dunocodpun, mpodeccop Iloauna IlpoxomoBuu
(BenmkoOpuTanus); TOKTOp XUM. Hayk, npodeccop Mapek Cuxopcku ([Tonbia)

«H3BecTusi HAH PK. Cepusi xumun u texnonorum». ISSN 2224-5286

CoOctBenHuk: PecnyOnukanckoe oOmecTBeHHOe oObenuHeHne «HarmonanbHas akajgemusi Hayk PecryOnuku
Kazaxcran» (r. AnMarsr)

CBHUETENHCTBO O TIOCTAHOBKE Ha YYET MEPUOAMYECKOro IevyaTHoro nigaanus B Komurere undopmanuu 1 apxuBoB
MunucrepcTBa KyabTypsl ¥ HH(Gopmanun Pecrry6uuku Kazaxcran Ne10893-7K, soinannoe 30.04.2010 .

IepronuuHocTh: 6 pa3 B rox
Tupax: 300 sx3eMIUIApOB

Anpec pepakiun: 050010, r. Anmatsl, yi. [lleBuenko, 28, koM. 219, 220, ten. 272-13-19, 272-13-18,
http://nauka-nanrk.kz / chemistry-technology.kz

© HanmonanpHas akageMus Hayk PecrryOmmku Kaszaxcran, 2015

Anpec pepaxkiun: 050100, r. Anmartsl, yi. Kynaesa, 142,
HHcTuTyT oprannyeckoro karanusa u anekrtpoxumuu uM. J. B. Cokoibckoro,
ka0. 310, Ten. 291-62-80, paxc 291-57-22, e-mail:orgcat@nursat.kz

Anpec tunorpadun: U1 «ApyHnay, r. Anmartsl, yin. MypatOaeBa, 75

— 3 —



Editor in chief

M. Zh. Zhurinov,
academician of NAS RK

Editorial board:

S.M. Adekenov, dr. chem. sc., prof., academician of NAS RK; A.M. Gazaliev, dr. chem. sc., prof.,
academician of NAS RK; Ye.Ye. Yergozhin, dr. chem. sc., prof., academician of NAS RK (deputy
editor); K.D. Praliyev, dr. chem. sc., prof., academician of NAS RK; A.B. Bayeshov, dr. chem. sc.,
prof., corr. member of NAS RK; M.M. Burkitbayev, dr. chem. sc., prof., corr. member of NAS RK;
U.Zh. Zhusipbekov, dr. chem. sc., prof., corr. member of NAS RK; Kh.I. Itzhanova, dr. chem. sc.,
prof., corr. member of NAS RK; M.Z.Muldakhmetov, dr. eng. sc., prof., corr. member of NAS RK;
Zh.U. Myrkhalykov, dr. eng. sc., prof., corr. member of NAS RK; K.D. Rakhimov, dr. med. sc., prof.,
corr. member of NAS RK; MLIL. Satayev, dr. chem. sc., prof., corr. member of NAS RK; L.T. Tashimoyv,
dr. chem. sc., prof., corr. member of NAS RK; Z.A. Mansurov, dr. chem. sc., prof..; M.K. Nauryzbayeyv,
dr. eng. sc., prof.

Editorial staff

V.Ye. Agabekov, NAS Belarus academician (Belarus); S.V. Volkov, NAS Ukraine academician
(Ukraine); Sh.Zh. Zhorobekov, NAS Kyrgyzstan academician (Kyrgyzstan); A.A. Mantashyan, NAS
Armenia academician (Armenia); K. Turte, NAS Moldova academician (Moldova); V. Farzaliyev, NAS
Azerbaijan academician (Azerbaijan); D.Kh. Khalikov, NAS Tajikistan academician (Tajikistan);
V.N. Narayev, dr. chem. sc., prof. (Russia); Pauline Prokopovich, dr. phylos., prof. (UK); Marek
Sikorski, dr. chem. sc., prof. (Poland)

News of the National Academy of Sciences of the Republic of Kazakhstan. Series of chemistry and technology.
ISSN 2224-5286

Owner: RPA "National Academy of Sciences of the Republic of Kazakhstan" (Almaty)

The certificate of registration of a periodic printed publication in the Committee of Information and Archives of
the Ministry of Culture and Information of the Republic of Kazakhstan N 10893-K, issued 30.04.2010

Periodicity: 6 times a year
Circulation: 300 copies

Editorial address: 28, Shevchenko str., of. 219, 220, Almaty, 050010, tel. 272-13-19, 272-13-18,
http://nauka-nanrk.kz / chemistry-technology.kz

© National Academy of Sciences of the Republic of Kazakhstan, 2015

Editorial address: Institute of Organic Catalysis and Electrochemistry named after D. V. Sokolsky
142, Kunayev str., of. 310, Almaty, 050100, tel. 291-62-80, fax 291-57-22,
e-mail: orgcat@nursat.kz

Address of printing house: ST "Aruna", 75, Muratbayev str, Almaty

— 4 —



Uszeecmus Hayuonanvuot akademuu nayk Pecnyonuxu Kaszaxcman

NEWS
OF THE NATIONAL ACADEMY OF SCIENCES OF THE REPUBLIC OF KAZAKHSTAN

SERIES CHEMISTRY AND TECHNOLOGY
ISSN 2224-5286
Volume 2, Number 410 (2015), 18 — 22

OXIDATIVE CONVERSION OF METHANE INTO C, HYDROCARBONS

D. B. Abdukhalykov, S. A. Tungatarova, Z. T. Zheksenbaeva,
T. S. Baizhumanova, K. Kassymkhan, M. Zhumabek, E. Shaizada

«KazCatTech Damu» LLD, D. V. Sokolsky Institute of Organic Catalyst and Electrochemistry, Almaty, Kazakhstan.
E-mail: baizhuma@mail.ru

Keywords: methane, ethylene, catalytic oxidation, catalysts, carrier, steam-oxygen conversion of methane.

Abstract. Results of studies of low-percentage catalysts based on K, Mn, Li supported on synthetic carriers and
natural zeolite at study of their activity in the oxidation of methane to ethylene are presented in the paper. The
research activity of the bimetallic catalyst composition applied to the support of ZSM-5 + AI203, AlSI and natural
zeolite in the oxidation reaction and the SOC (steam-oxygen conversion) methane. It was established that the most
active compound in the oxidation of methane in the reaction mixture by adding water vapor and relatively high
reaction temperature of 7000 C is 5% K-Mn catalyst supported on natural zeolite.

YK 542.943;553.98

OKUCJ/IMTEJBbHASA KOHBEPCUSA METAHA B C, YIVIEBOJOPO/bI

. b. AoayxaasbikoB, C. A. Tynraraposa, 3. T. ZKekcenbaeBa,
T. C. baiizkymanoBa, K. Kaceimxan, M. ZKymaoek, E. Lllajizaga

TOO «KazCatTech Damu», AO MHcTUTyT Oprannyeckoro karanusa u aiekrpoxumus um. J1. B. Cokonbckoro,
Anmarsl, Kazaxcran

KaioueBble ciioBa: MeTaH, 3TWIIEH, KaTAIMTHYECKOE OKHMCICHHUE, KaTall3aTop, HOCUTENb, MapOKHCIOPOIHAs
KOHBEPCHUS METaHa.

Annotanusi. B pabore mpezacTaBieHbl pe3yibTaThl HCCIENOBAaHWN HHU3KONPOLEHTHBIX KaTaln3aTOpOB Ha
ocHoBe K, Mn, Li HaHeCEHHBIX Ha CHHTETHYECKHE HOCUTEIHN M IPUPOTHBIA IIEOJIUT C U3YYEHHEM HX aKTHBHOCTH B
MpOIIECCcax OKHUCIICHHS METaHa JJisl MOJydeHHs dTuiieHa. [IpoBe/IeHO HCClieI0BaHHE aKTUBHOCTH OMMETAIUTHYECKUX
COCTaBOB KaTalM3aTOPOB HAHECEHHBIX Ha HocutTenu ZSM-5+Al1,0;, AIS] u npupomHEIA IEONUT B peaKIUy OKHC-
nenus u IIKK (mapoxuciopoanast KOHBepCHs) MeTaHa. Y CTAHOBIIEHO, YTO HanboJiee aKTUBHBIM COCTABOM B PEAKIIHH
OKHCJICHHsI MeTaHa ¢ 100aBlICHHEM B PEAKIHOHHYIO CMECh MapOB BOJIbI U OTHOCHUTEIBHO HE BBHICOKOW TeMIepaType
peaxiin 700°C sBastercst 5%K-Mn kaTanmsaTop, HaHECEHHBII Ha PUPOIHBIN COHT.

Karanutuyeckas mepepaboTka MPUPOJHOTO ra3a B KOMIIOHEHTHI MOTOPHBIX TOIUIUB, B CBHIPbE IS
He()TEXMMUU M OPTaHUYECKOTO CHHTe3a yxe Ooinee 20 JIeT sBISETCS MPEIMETOM HHTCHCHUBHBIX HCCIIE-
JIOBaHWH, MOOYKIAEMBIX MPOOIIEMOI CHIDKEHUSI PECYPCOB YTIIEBOAOPOIHOTO CHIPbS HE(PTSIHOTO IPOUC-
xoxaeHust [1]. OcoObrii WHTEpEC B 3TOM OTHOIICHHH HMEET TPOIECC OKUCIHTEIHLHON IeMHPHU3AINH
MeTaHa, KOTOPBIA MO3BOJISET MONyYarh yriaeBojaoponsl C,, MPEUMYINECTBEHHO ITHJICH, C BBIXOJOM JIO
25 mac. %. Jlns crpan (Poccusi, Kazaxcran u T.71.), IMeromumx OOJIBIIIE 3amachl JISMIEBOT0 IPUPOIHOTO Ta3a,
MPaKTHYECKas peaTn3anus JAHHOTO POIIecca CeToTHS MPEACTaBIAETCS SKOHOMUYECKH OIPaBIaHHOMN.

B pabore [2] onrcaHo mofyueHHe 3TaHa W STHJIEHA U3 METaHa MPH MOO0YepeTHOM HAITyCKe METaHa U
BO3/lyXa Ha OKCHJIbI METAJUIOB MEPEMEHHOW BaJICHTHOCTH, HaHeceHHbIe Ha Al,O; B konmuyectBe 5-10%.
Karammsatopst MnO/ALO; u CdO/ALO; npu Temmeparype 800°C obecneumBamu 10-11%-Hyro
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KOHBEPCHIO MeTaHa Ipu celeKTUBHOCTU 40-45%. AHanmoruysble mpouecchl pa3padaTeiBaauch GUpMaMH
«Atlantic Richfield Co.» [3, 4]. Karanmm3atopamMu CIOy>XKAiaud OKCHIABI, CIIOCOOHBIC aKKyMYJIHpPOBATh
KHCJIOpOJI, HAIlpUMeEp, OKCHIBI Tpa3zeouma, TepOous u 1epust [5]. Bo3MOXKHOCTE NpOBENCHHS PEaKIUH
OKHCJIMTENbHOW JIWUMEpH3allud METaHa B HENPEphIBHOM peXHME BIEpBble OblIa peann3oBaHa C
UCHoJb30BaHneM Katanu3atopoB 34%PbO/Al,0; [6], 3-7%Li,0/MgO [7], okcumos P30 [8].

Ilenp HACTOAIIEIO MCCIEAOBAHHUA COCTOMT B JKCIEPUMEHTAJIBHOM OIPEACICHUU ONTUMAIbHOIO
COCTaBa KaTaliu3aTopa CEJIEKTUBHO BEIYIIErO PEeakUHIo B CTOPOHY OOpa30BaHUs ATWJIEHA B Mpolecce
OKHCJICHUS METaHa.

IKCcNepuMeHTAJbHAN YaCTh

BrutH IPUTOTOBIEHBI M UCTIBITAHBI OMMETAUINYECKIE ITOJIMOKCUIHBIE KaTaan3aTophl, HAHECEHHBIE Ha
pasnmaHble HOocuTenn. AKTHBHas (asza kartamusatopoB (5%) HaHocmimack Ha Hocurenwn: ZSM-5+AL0s,
AISi u npuponsrii neomut (BKD), KoTopsie GbLIM IpeABApHTENHLHO POCYIIEHS! IpH Temmepatype 300°C
B TEUEHUE 2 YacCOB, MPOKAJICHBI IPU 450°C B Teuenne 3 4acoB, 3aTeM ObLIa omnpeJeeHa UX BIaroeMKOCTb.
[Hanee mpurotoBieHsl OnMeTamImaeckue o0pas3isl Mn cofepikanux KaTaau3aTopoB. B kagecTBe BToporo
KOMIIOHEHTa HCIOJIb30BaHbl 100aBku coyieli metaiuioB Li u K. B ciayyae OuMmerayinyeckux KaTaiu3a-
TOPOB aKTUBHas (pa3a HAHOCWIIACH METOJIOM COBMECTHOM MpONMUTKH. J[aHHBIE COCTAaBBI KaTaJIU3aTOPOB
HCITBITaHBI B TIPOIiecce KUCIOPOAHON 1 mapokuciopoanoit kousepcuu (IIKK) merana B aTHITeH.

Pe3y.]'[l)TaTI)l H UX oﬁcyﬂc)]elme

Hamm uccrnemoBana akTHBHOCTh KaTanm3aTopa coctaBa 5%Li+Mn/ZSM-5+A1,0; B KUCIOPOTHOW U
[IKK merana B umHTepBane Temmepatryp 750-850°C u o6wemuoii ckopoctu (V) 3900-10000u" mpu
cootnomeann CH4:0, = 2:1 u 2,5:1. Ha pucynke | npuBeneHbl AaHHBIE BIUSHUS O0bEMHON CKOPOCTH
PeaKIMy Ha KaTaTUTHYCCKHE XapaKTePHCTUKH KaTaan3aTopa MpH TemrepaType peakiun pasroit 800°C u
CH4:0, = 2:1. C yBenuueHnueM W peaxiliy UACT MOBHIIICHUE BBIXO0A IIEJIEBOTO MPOAYKTa U KOHBEPCUU
MeTaHa ¢ MakCcUMyMoM mpH 6500 4™, mpu JaHHON CKOPOCTH KOHBEPCHS METAaHA JIOCTHIAeT 3HAYCHHS
44%, Beixon stuneHa 11,8 %. Cnenyer orMeruTs, 4To ¢ yBenumdyenuem V ot 3900 mo 8000 q'! UIET
CMEIICHIE ONTUMAIBHON TemmepaTyps! peakiuu ot 800 1o 850°C, tak mpu V = 6500 a' HaGmomaercs
obpaszoBanne 14% osTunena npu Temmeparype peakumud 825°C, mpu 8000 u' HamGombIIMIA BBIXOJ
nenesoro mpoxykra 12% mpu T = 850°C. Ilpu oGvemHoii ckopoctn pasHoii 10000 u' Habmomaercs
HaUGOIBIINIL BBIXOJ dTHICHA 13% mpu Temnepatype peaxiuu 750°C.
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Pucynok 1 — Biimstare 06beMHOIT CKOPOCTH peaknuy Ha akTUBHOCTB 5% Li+Mn/ZSM-5+A1,0; kaTannzaropa
B PEaKIINH OKHCICHHs MeTana mpr 800°C

Hanee ObUIO MCCIIEOBAHO BIMSHUE MAPOB BOJBI HA HANpaBJICHHE PEAKIWU OKUCICHHS METaHa TpU
coornomennn CH,:0,:H,0 = 2:1:2 Taxe B untepsane Temneparyp 750-850°C u usmenennn V ot 3900
oo 10 000 gl OmnpeneneHo, 94To ¢ A00aBIeHHEM TapOB BOJABI HaOMIOAAIOTCS HamOoJiee MaKCUMAalIbHbIC
3HAYEHUs BBIXOZAA STHJICHA NpH 0oJiee BBICOKUX TeMmIeparypax peakuuu. HanOomipmimii BEIXOA STHIICHA
17% naGmonaercs mpu 00BEMHOI cKOpocTH peakimu 6500 u' u temmepatype peakuuu 850°C. Taxoxe
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KaK M B PEaKIiH KHCIOPOTHOW KOHBEPCHUU MeTaHa, 0e3 00aBOK BOJIBI B PEAKIIMOHHYO cMech, mpu 10 000
v HanGonbmmii BEIXOH dTHIICHA 14% puxoauTes Ha Temnepatypy 750°C.

Jlanee ObUIO MCCIEIOBAHO BIMAHHE YBEIWYEHHS KOHLIEHTPALMM METaHa B MCXOJIHOW peaKIMOHHOM
cMmecH Ha nporiecc kuciaopognoi u [IKK merana.

Ha pucynke 2 mpexacrtaBieHbl CpaBHHUTENbHBIC JaHHBIE PE3YJIbTATOB PEAKLMH KUCIOPOJHON KOH-
BEpCHU METaHAa C pPa3HBIM COOTHOIICHWEM MeTaHa B mcxomHoit cmecm CH4:0, = 2:1 m 2,5:1, npm
yenousix: V = 6500a”, Tp = 750-850°C. IlomyueHHbIC JaHHBIC MOKA3bIBAIOT, YTO C yBEIHUCHHEM
KOJIMYECTBAa METaHA B UCXOJHON CMECH MOHMKAETCS BBIXO dTUjeHa npu Tp = 825°Cc 14 1o 10%.
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Pucynok 2 — BristHue TeMnepaTypsl peakiiiy Ha akTHBHOCTE 5% Li+Mn/ZSM-5+A1,0; katanusaropa

OJHAKO MIET HEKOTOpOe yiydIleHHe mpu oobeMHoit ckopoct 10 000 a' mpu Temmeparype 800°C
npu CH4:0,=2,5:1 Beixoj yBenuuuBaercs ot 8 10 10,2 % no cpaBuenuto ¢ CH4:0, = 2:1. Takxke uzy4eHo
BIHUSHYE 100aBOK BOJBI B UCX0AHYI0 cMech CH4:O, = 2,5:1 Ha akTHBHOCTH KaTann3aTopa U HaIPaBIICHUE
peaxun. Y CTaHOBJICHO, YTO XapaKTep BIUSHIS 0ObEMHON CKOPOCTH HE M3MEHSETCS U Hanboiiee BEICOKUE
3HAaueHHs BhIX0Ma dTHIeHA (15%) Taroke Habmogaercs pu V = 6500 o™

W3BecTHO, 94TO UCIONB30BAaHUE B KAYECTBE HOCUTENEH JUI KaTadn3aTOPOB [IEOIUTOB Ka3aXCTaHCKOTO
coJlepKaHMs TI0 CBOMM KaTaJUTHYECKUM CBOWCTBAM HE YCTYIAIOT CHHTETHYECKHM, a TaK)Ke WX HCIOIb-
30BaHME JIaeT BO3MOXKHOCTH YNIEIIEBUTH CTOMMOCTH pa3padaThiBaeMbIX KaTaM3aTOPOB Ha MOPSIOK IO
CPaBHEHHIO C HCIIOJIb30BAHWEM CHHTETHYECKUX HOCUTENCH, KOTOpble HEO0OXOIUMO NpUOOpeTaTh Kak
MUHHUMYM B COCEIHHMX TOCIapCTBaX, Tak Kak B KazaxcraHe WX MpOU3BOJCTBO OTCYTCTBYET.

Tax Hamu 0w u3ydeH mporecc IIKK merana mpu ycmoBusax: CHy: O, =2 : 1, CHy: H,O=1: 1,
V = 6500 u”' Ha 5%K-Mn katanusatope HanecenHoro Ha BKI'. Kak BHIHO U3 pUCYHKa 4 C yBeIHUEHHEM
TEMIepaTyphl BBIXOJ ATHIEHAa W BOJOpPOAA MOBBIIIaeTcsA. DTaH oOpasyercs B komumdectBe 2,0% mpu
temmepatype 650°C ¥ ¢ TOBBIIICHHEM TeMIepaTypbl yMeHblIaercs 10 1,5% u Huke. BbIXoa dTHICHA
TOBBIIIAETCS C POCTOM TeMmepaTypsl ot 7,4% mpu 650°C mo 15,4% npu 700°C u moHmkaercs mocte-
nenro g0 11,4% npu temmeparype 775°C. KonmuecTBo BOZOpOAa OOPasyOMIErocss B XOAE PEeaKIHH
noBbimaercs ot 2,8% mpu 650°C 10 52% npu Temnepatype 775°C.

Taxum o6pasom, st 06pa3zoBaHus Boxopoaa (52%) oNTHMAILHOM TeMrepaTypoii snserca 775°C u
BoIe, a s stiiena (15,4%) 700°C. B cpaBHEHHH C paHee MOTYdYCHHBIMH JaHHBIMU: MPH HCHBITAHUH
akTuBHOCTH 5%K-Mn Karanuzaropa HAaHECEHHOTO HAa CHHTETHYeCKUi Hocutedb AlSi rae mpu oTHoOCH-
TEIBHO HE BBICOKOH Temmeparype peakumuu 750°C B peakIHOHHOM CMeCH HabII0aT0Ch 00pa3OBaHHE
4,4% stana u 17,6% sTHneHa, BUAHO, YTO MPH HAHECCHWHU aKTHBHOH (ha3bl KaTannzaTopa Ha MPUPOJHBIH
ueonut BKI' Beixon ocHoBHOrO npoaykra peakiuu [IKK meTana — 3TuneHa oCTUraeT CpaBHUMO TaKOTO
e TokazaTenst ~16% ¢ 0HOBPEMEHHBIM MOHMKEHHEM TeMIepaTypsl peakiuu Ha 50°C.

Janee maHHBIN cocTaB Karamuzatopa Obul ucmbiTaH B mporiecce IIKK meranma mpu ycnoBusx:
CH,: H,O=1:1,V=6500 g’ na 5%K-Mn/BKI npu u3meHeHuu cootHomenuss CHy : O, mo 2,5 : 1,0.
Kak BuiHO 13 prCyHKa 5 KaK M B IPEIBIYIIUX YCIOBHUSIX MPOBEACHUS PEaKIMU C POCTOM TEMIIEPaTyphI

— 20 ——
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Pucynok 4 — BiiustHue TemnepaTypsl peakiuy Ha akTHBHOCT 5%K-Mn/BKI™ karanu3saropa
B peakyn [1IKK merana mpu CHy: O,=2: 1

BBIXOJ STHJICHA H BOJOPOJA IOBBIIAETCS. DTaH oOpasyercs B komuuecTse 4,0% mpu Temmeparype 600°C
U C TOBBIIIGHUEM TEMIepaTypbl MOCTIEHHO yMeHbliaercs A0 1,6%. Beixon sTuieHa moBBIIIACTCA C
poctoM Temneparypsi oT 4,3% mpu 600°C 1o 16,9% npu 700°C 1 noHmkKaeTCs MOCTEHeHHO 10 15,3% mpu
temmepatype 750°C. KonuuecTBo BoI0poia o0pasyromierocs B Xoie peakiyy noseimaercs ot 1,07% npu
600°C 110 29,6% mpu Temmeparype 750°C.
30 9 ngHﬁ
C;H,
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Pucynok 5 — Biiustaue TemnepaTypsl peakiy Ha akTHBHOCTD 5%K-Mn/BKI™ karanusaropa
B peakuuu [IKK merana npu CH,: 0,=2,5:1

IIpu mpoBenmenun peakiuu [IKK mMerana Ha pa3paOoTaHHBIX KaTaldM3aToOpax BHE 3aBHUCHMOCTH OT
WM3MEHEHHUs] COOTHOIICHHS MeTaHa M KUCIOPOAa B PEAaKIHOHHONH CMECH C YBEIHMUYEHHEM TeMIlepaTypbl
HaOII0IaeTCsl OBBIMICHNE KOJMYECTBA STHIICHA, KOTOPOE JOCTHTaeT ONpPEeIEHHOTO MAKCUMYyMa U CHOBa
WIET Ha cIaj, 00pa3oBaHHE BOJOPOAA TONBKO YBEIHIUBAETCS C POCTOM TeMmepaTypsl. s oOpazoBaHus
STHJICHA ONTHMANBHOM TeMmepaTypoii B obonx ciydasx ssiasercs T = 700°C. Ho mpu cOOTHOmICHHH
CH4: 0,=2,5: 1,0 xonuuecTBa 3TUJICHA yBenuuuBaeTcs 10 16,9%.

Takum 00pa3om, MPOBEIEHO HCCIETOBAaHIE aKTHBHOCTH OMMETAUTHIECKUX COCTABOB KaTaJIn3aTOPOB
HaHECEHHBIX Ha HocuTenu ZSM-5+Al1,0s, AIS] u mpupoansiit neonut BKI™ B peakun okuciaenus n [TIKK
MmetaHa. MccnenoBanue aktuBHOCTH 5% Li+Mn/ZSM-5+A1,0; karanuzatopa B peakUUH OKHCICHHS
MeTaHa MOKasano oOpasoBanme 14% osTuneHa npu Temmeparype peakmuu 825°C. IIpu McHbITAaHHH
nmaHHOTO cocTtaBa Katanmsaropa B IIKK merana mambonpmmii BeIxox atwieHa 17% HaOmomancs mpu
temmeparype peaximn 850°C. Vcenenosanue aktuBHocTH 5%K-Mn katanmsatopa HaHeceHHOro na AlSi
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B pEaKklM{ OKUCIICHHsS METaHa I0Ka3ajo, YTO B PEaKIMOHHOW cMecu obpasyercs 4,4% stana u 17,6%
sTHeHa mpu Temmeparype peakumn 750°C. HameceHnme HaHHOW akTHBHOH (asbl KaTamm3aTopa Ha
HNPUPOAHBIA LIEOIUT U UccienoBaHue akTUBHOCTH B peakuuu IIKK meraHa mokaszamo BBIXOJ ATHICHA
(15,4%) npu 700°C. Usmenenue cootnomenust CHy : O, 10 2,5 : 1 B peakuuu [IKK metana npuseno k
YBEIMUSHHUIO KOJHMYecTBa ATHIIeHa M0 16,9%. Hambonee akTHBHBIM COCTaBOM B PEaKIMH OKUCIICHUS
MeTaHa ¢ J00aBJICHWEM B PEaKIMOHHYIO CMECH IapOB BOABI M OTHOCHTEIHHO HE BBICOKOW TeMIIEpaType
peakuuu 700°C sBnsercs 5%K-Mn KaTaJu3aTop, HAHECEHHbI Ha PUPOAHBIN LIEOJIHUT.

Hacmosuwyas nybauxayus ocywecmenena ¢ pamkax Iloonpoexma Ne290 «Kamanumuueckas Kow-
8epCUsl 1e2KUX AIKAHO8 00 NPOMBIULICHHO 3HAYUMBIX NPOOYKMO8y», (unancupyemozo 6 pamxax Ilpoexma
Kommepyuanuzayuu Texnonoeuti, noodepoicugaemozo Bcemupnviv bankom u Ilpasumenvcmeom
Pecnybnuxu Kazaxcman.

JUTEPATYPA

[1] Kppwos O.B., ApytionoB B.C. OxucnurensHble npeBpanieHus metana. — M.: Hayka, 1998. — 361c.

[2] Keller G.F., Bhasin M.M. Synthesis of ethylene via oxidative coupling of methane // Journal of Catalysis. — 1982. — N 1.
—P.9-19.

[3] Sofranko J.A., Leonard J.L., Jones C.A. The oxidative conversion of Methane to higher hydrocarbons over
alkali-promoted Mn-SiO, // Journal of Catalysis. — 1987. — N 2. — P. 302-310.

[4] Lane G.S., Wolf E.E. Methane utilization by oxidative coupling : I. A study of reactions in the gas phase during the
cofeeding of methane and oxygen // Journal of Catalysis. — 1988. — N 1. — P. 144-163.

[5] Guczi L., Van Saten R. A., Sarma K.V. Low- temperature coupling of methane // Catal. Rev. Sci. Eng. — 1996. — N 2. —
P. 249-296.

[6] Jesus Manuel Garcia-Vargas, Jose” Luis Valverde, Antonio de Lucas-Consuegr. Methane tri-reforming over a Ni/b-SiC-
based catalyst: Optimizing the feedstock composition // International journal of Hydrogen Energy. —2013. — Vol. 38. — P. 4524-4532.

[7] Shigarov A.B. and Kirillov V. A.. Modeling of Membrane Reactor for Steam Methane Reforming: From Granular to
Structured Catalysts // Theoretical Foundations of Chemical Engineering. — 2012. — Vol. 46, N 2. — P. 97-107.

[8] Patcharavorachot Y., Wasuleewan M., Assabumrungrat S. and Arpornwichanop A. Analysis of Hydrogen Production
from Methane Autothermal Reformer With a Dual Catalyst Bed Configuration // Theoretical Foundations of Chemical
Engineering. — 2012. — Vol. 46. N 6. — P. 658-665.

REFERENCES

[1] Krylov O.V., Aritunov V.S. Oxidative conversion of methane. M.: Nauka, 1998, 361 p. (in Russ.).

[2] Keller G.F., Bhasin M.M. Synthesis of ethylene via oxidative coupling of methane. Journal of Catalysis., 1982, 1, 9-19.

[3] Sofranko J.A., Leonard J.L., Jones C.A. The oxidative conversion of Methane to higher hydrocarbons over
alkali-promoted Mn-SiO,. Journal of Catalysis., 1987, 2, 302-310.

[4] Lane G.S., Wolf E.E. Methane utilization by oxidative coupling : I. A study of reactions in the gas phase during the
cofeeding of methane and oxygen. Journal of Catalysis., 1988, 1, 144-163.

[5] Guczi L., Van Saten R. A., Sarma K.V. Low- temperature coupling of methane. Catal. Rev. Sci. Eng., 1996, 2, 249-296.

[6] Jesus Manuel Garci'a-Vargas, Jose” Luis Valverde, Antonio de Lucas-Consuegr. Methane tri-reforming over a Ni/b-SiC-
based catalyst: Optimizing the feedstock composition. International journal of Hydrogen Energy., 2013, 38, 4524-4532.

[7] Shigarov A.B. and Kirillov V. A. Modeling of Membrane Reactor for Steam Methane Reforming: From Granular to
Structured Catalysts. Theoretical Foundations of Chemical Engineering., 2012, 46, 2, 97-107.

[8] Patcharavorachot Y., Wasuleewan M., Assabumrungrat S. and Arpornwichanop A. Analysis of Hydrogen Production
from Methane Autothermal Reformer With a Dual Catalyst Bed Configuration. Theoretical Foundations of Chemical
Engineering., 2012, 46, 6, 658-665.

METAHBIH C; KOMIPCYTEKTEPIHE TOTBIFY KOHBEPCHUACBHI

. B. AdayxansikoB, C. A. Tynraraposa, 3. T. Kekcen6aeBa,
T. C. BaitzkymanoBa, K. Kacsimxan, M. ’Kymaoek, E. Illaiizana

«KazCatTech Damu» XKIIIC,
«/1. B. COKOJIbCKMIT aTBIHIIAFbI OPTAaHUKAJIBIK KaTaIH3 KOHE JIEKTPOXUMHUS HHCTUTYTHI», AnMaThl, KazakcTan

Tipek ce31ep: MeTaH, STUIICH, KATaJIN3/iK TOTHIFY, KATaJIN3aTop, TAChIMAIIAFbILI, MCTAHHBIH OYJIbI OTTEKTi TOTHIFYBI.

AuHoTaums. JKymbicTa TaGHFH jKOHE CHHTETHKABIK IIEOJTUT TaChIMAJIIarbIlibiHa OThIpFbI3bLIFaH K, Mn, Li Herizinaeri Te-
MEH MaibI3pl KaTaln3aTopiapAaH 3THJICH aly YIIiH METaHHbBIH TOTBIFY IPOILECIH/E OJIapAbIH aKTUBTIIITIH 3epTTey HOTIKeIepi
KenripinreH. MeTtanusiH TOThIFy %koHe BOK (Oyibl oTTeKTi KOHBepcHs1) peKiusuiapbina apHaiaran ZSM-5+A1,0;, AlSI xxoue Tadu-
FH LEOJHUT TAaChIMAJIIAFbIIITAPbIHA OTHIPFBI3BUIFAH OMMETANIbl KaTaNIU3aToOp KYpaMIapbIHbIH aKTHUBTUIIKTEpiHE 3epTTey XKYpri-
3inmi. PeakmsuIbIK Kocmara ¢y GYBIH KOCYMEH JKoHe PeakIUsAHBIH Oipurama a3 700°C TeMrepaTypachIHAa KYPri3iireH MeTaHHbIH
TOTBIFY PEaKLHSACHIH/A CH aKTHBTI Kypama GOJIbII, TAOUFH LIEOIUTKE OTHIPFBI3bUIFaH 5 % K-Mn karaau3atopbl TaObUIIBL.

Hocmynuna 03.04.2015e.
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