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AHJATMA

byn makanaga 5A, HZSM-5, Al,O;, SiO, TacbiManAafbiTapbliHA OTbIPFbI3blFAH
MbIC OKCUAiHIH, KaTa/MTUKaNbIK OenceHpiniri aTaHONAbIH KOMiPKbILWKbIAAbI
KOHBEPCUACHI peakumuAcbiHAA 3epTTenai. 3epTrey HaTuKeepi boMbIHLLIA, peakumn
eHimaepiHaeH,,CO, C,H,kaHe CH, ra3gapbiHbIH TY3inyipeakumaTemnepaTypacbiHa
YKoHe KaTa/im3aTopablH, KaTaNUTUKaNbIK BenceHainiriHe Tayinai ekeni kepceting,i.
CuHTes rasany ywin T =800 °C-ga 3%CuO/Al,O; KaTannsatopbl, an 3TUAEH any yWiH
T =550 °C-aa 5%Cu0/Si0, 6enceHainik kepcetrti. 3%Cu0/Al,O; KaTanmsatopbiHAA
20,6 ken.% H,, 37,5 ken.% CO Ty3ineai. DTUNEHHIH, KOHUEHTPALMACLIH apTTbipy
makcaTtbiHga IKK npoueciHge SiO, TacbiManaasbilbiHA OTbIPFbI3bIIFAH MbICTbIH,
KOHUEHTPaLMANApbIHbIH, 3cepi 3epTTengi. AnblHFAaH ManimetTep 6OMbIHLWA,
5%Cu0/SiO, KaTannsaTopbiHAa 3TUAEHHIH KOHLUEeHTpaumacbl 35%-fa OeiiH ecTi.
Byn KaTanutTukanbik 6enceHainikti TbT-H, npoduniHaeri WoeiHAapMeH pacTanagbl,
MyHaa 5%CuQ/SiO, KaTanusaTopbl Hacka KaTanusaTopnapfaH KapafaHga CuO-
HblH, Cu®-re »eHin, api TemeHri TemnepaTypaza TOTbIKCbI3AaHATbIHbI aHbIKTaAAbl.
KatanusatopabiH, 6eTKi KabaTTapblHAa TOMEHri TemnepaTypana OKCUATEPAiH
MeTangapfa TOTbIKCbI3AAHYbI, KaTanu3aTopablH, KaTaAUTUKaNbIK BGenceHainiriH
apTTbipyFa MyMKIHAIK 6epeai.

1. Kipicne

oNem AeHreniHae sHepruafa AereH CypaHbICTbl
eTey MaKCaTblHAA AaHAPTbI/IMANTbIH Ka3ba OTbIH-
OApblH NalganaHy NapHUKTIK rasgapablH Ken men-
wepae 6eniHyiHe ceben 6onabl, 6yn e3 KeseriHge
YahaHAbIK, XblJbIHY NPoOLUeCiH KywenTin oTblp. CoH-
ObIKTAH, KaTa/lMUTUKANbIK MpouecTtepai nanganaHa
OTbIPbIM, NAPHUKTIK ra3abl — CO,-Hbl Ta3a XKaHe ba-
NamMa OTblHFfa alHanAblpy MyHali pecypcTapbiHbIH,
CapKblNyblHA, OHbIMEH GalNaHbICTbl 3KONOMUADIK,
macenenepai wewyre 6aMnaHbICTbl anTap/bIKTal
Hasap ayaapabl. Aactypnitypae CH,-teH CO, pudop-
MUHTi MyHal HerisiHaeri SHepruaHbl aIMacTblpPaTbiH
CUHTETUKaNbIK OTblHAbI any yuwiH ®Puwep-Tponw
CUHTE3iHAe WKKi3aT peTiHae nanganaHblaTblH CUH-
Te3 rasabl (H, »kaHe CO Kocnacbl) anyablH, Konannbl
aaici peTiHae KapacTtbipblnaapl [1]. OereHmeH, CH,
COHbIMEH KaTap Keneci facblpAa TayCblaybl MYMKIH,
Ka/iNblHA KenTipinmenTiH pecypc 6onbin Tabblnagbl.
AN, cMHTe3-rasabl any yWiH *KofapFbl TemnepaTypa-

0a KypeTiH 6asiama TypaKTbl }KoHEe Xacbla TaCin Ka-
eT. OcblfaH COMKeC 3TaHO/ KOoFapbl KOKeTiMaini-
ri MeH YbITTbINIbIFbIHbIH, apKacblHAA PUGOPMUHTTIK
npouecTep YWiH eH TapTbiMAbl WKUKI3aTTbiH, BipiHe
ariHangbl [2]. WbIHAbIFbIHAA 3TAHOAAbI afalWl Kan-
ObIKTapbl MeH aybllWapyawWwbiNiblK, — AadKbl1gapbl
CUAKTbI BMomacca KespgepiHeH anyfa bonaabl [3].
dtaHongbiH, CO, KoHBepcKA 1-TeHAey apKbl/ibl Kep-
ceTyre 6onaapl XaHe Ni-HerisgenreH KaTaamnsaTop-
nap C-C 6annaHbICbIHbIH ¥KOFapbl CbIMbIMAbIbIFbIHA
6alnaHbICTbl 3TaHO/Abl KOHBepcuAnay YWiH Tap-
TbIMAb! KbI3bIFyLWbINbIKTapFa ue 6onapl [4].
COHbIMEH KaTap, 3TaHOAAbIH KeMIipPKbIWKbIAAbI
KOHBepCcUs peaKkums 6OapbiCbiHAA TOMEHri Temne-
patypaga (180-550 °C) aTaHONAbIH, KAaTaJIUTUKAbIK
cycbi3gaHybl (2-TeHaey) apKblaibl 3TUAEH anyfa 6o-
nagpl. byn TemnepaTtypaHbl CaKTay eTe MaHbI3abl,
OWTKeHi AMaTun sdupiHe Hemece aueTanbAerngke
oKeneTiH bacekenec peakuMsanap ocbl TemnepaTtypa
Anana3oHbliHaH TbiC Kepae TaHaanaabl [5]. demek,
NPouUecTi KOMMEPUMANbIK KONAaHyAafbl 3Heprus
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KYHbl HEri3iHeH peaKkuua TemnepaTypacbiH CakTayfa
6ainaHbicTbl. KbiTalh anemperi eH, ipi 3TUNEH ©H-
Aipywici 6onagbl Aen KyTinyae, OHbIH 6HAIPICTIK Kya-
Tbl 2020 Xbinbl 35,2 MUANINOH TOHHaAaH 2025 Xbinfa
Kapal 73,5 MUAINOH TOHHafa AeiniH ecKeH [6].

OTUNEH XKOFapbl KahaHAbIK CypaHbICTafbl BHIM-
Oep: MNONUITUAEH, BUHWUAXNOPWUA, 3TUNEH OKCUA,
3TMNBEH30/, 3TUIEHTINKO/Ib, CipKe KbILKbINbl }KaHe
NoJIMMEpP CUAKTbI KenTereH XMMUAbIK 3aTTapAblH,
CMHTe34ey YWiH MaHbI3abl WKKi3aT 60/bin Tabblna-
abl [7].

OcblifaH 6aMNaHbICTbI, })KaHAPTbINATbIH BUO-TYbIH-
Obl 3TaHO/1 MeH WKKi3aT peTiHae KaxeTci3 CO,-Hi ge
nanmganaHa OTbIPbIM, 3TAHONAbIH, KOMIPKbILWKbIAAbI
KoHBepcuackl (IKK) apKbinbl peakumsa Temneparty-
pacblHa XoHEe KaTa/M3aTop MeH TacbiManAafbilWTbIH,
KacneTTepiHe COMKEC CUHTE3-Ta3 KaHe 3TUAeHAi eH-
LipY FbINbIM TYPFbICbIHAH A3 9KOOTUANBIK, KafbIHAH
©3€KTi, 9pi NPaKTMKaNbIK MaHbl3bl 6TE ayMaKTbl 60-
Nbin Tabblnagbl [8].

DTaHONgaH 3TUNAEH anyaa TUIMAI KaTa/amsaTop-
nappabl 93ipiey eTe MaHbI3Abl. DPTYpAi 3epTTenreH
acbln KoHe acbin [9] emec meTanzap KoHe OKCUATI
KaTtanusatopnap [10, 11], ueonuttep [12, 13] aTa-
HONZaH 3TUNEH aNy YWiH eH, Ken KONAAHbINATbIH Ka-
TanusaTtopsap 6bonbin Tabbinaapl [14, 15].

dTaHOANAbIH,  KOMIPKbIWKbIAAbI  KOHBEPCUACHI
(9KK) Herisri apTbIKWbINbIfbl aHapTbiNaTblH 3Ta-
HONAbI ¥KoHE KYLWTi MapHUKTIK rasabl CO, nanganaHy
6onbin Tabblnagbl [16]. Herisri KemwwifikTep KoKcTey,
arnomepaumsanay ywbipaybl [17]. KoKcTblH, Herisri
Ke3aepi DKK peakumAcbiHbIH, Heri3ri 6afbITbiIMeH b6ip
mesringe KypeTiH byayap peakuuacel: 2CO < CO,
+ C, ArH%,05 K = 172 K[1>K/MO/Ib 3KaHE METaHHbIH, Nn-
ponus (TepMusanbIK bigblpay) peakymackl: CH, > C +
2H,, ArH®,95 K =75 K3k/Monb, 6onbin Tabblnagbl. Co-
HbIMEH KaTap, eKiHLWi apTbIKLWblAbIFbl KaTaansaTop
MEH peakuus »KafaannapbiHa 6aiiaHbICTbl amopd-
Tbl X9He rPadUTTIK KemipTeriHiH MOHOXiNTepi meH
Ta/NlWbIKTapbl XaHe H6acka Aa KemipcyTekTep 6onybl
MYMKiH [18], }koHe Ty3inreH eHimaep ontrMkaga, ¢o-
TOHWKaZa, CEHCOpP/bIK KongaHbanappa KoHe T.6.
KON 4aHY YLWiH NoTeHunanabl KyHabl 6onbin Tabbina-
Abl [19]. CoHAbIKTaH, 3TaHONAbIH KYpFaK pUdOpMUH-
ri NpoLLeci TeK CMHTE3 ra3 ajny yLWiH emec KemipcyTek
TYbIHAbIIAPbIH a/lyFa MyMKiHAiIKTep 6onaabl [20].

OKK-meH 6ainaHbIiCTbl  MaHbI3abl  Macese
TUIMAINITT }KOFAPbl }KoHE KOKCTenyre Tesimai Katanum-
3aTopaapapbl Xacay 6oabin Tabblnagbl. Mannbl, aTa-
HONAbIH, KOMIiPKbIWKbIIAbl KOHBEPCUA MpoLleciHae
Al,05[21] MgO [22], SiO, [23] CeO, [24], SBA-15 [25],
Zr0O, [26] »kaHe Ce/lZr,,0, [27] okcuaTi Tacbiman-
AarbiwTap peTtiHae xaHe Co [28], Cu [29], Ir [30], Rh

[31], Pd [32] »kaHe acbin meTangap [33] HerisiHge-
ri Kataausatopnaap 3eprtrenin kKenegi. bumetangpbik,
KaTanusatopsapAbl KONLaHYy KOKCTenydi asamnTyra
MYMKiHAiK 6epeai [34-36].

9aette, Ni/AlLO; cuaktol Ni HerisiHaeri KaTanau-
3aTopnap KeHiHeH KongaHbic Tabyna, gereHmeH, Ni
HerisiHaeri KaTanusaTop/aap TYHAbIPbIIFAH KeMmip-
Teri MeH arnomepaumusfa balnaHbicTbl 6enceHaini-
riH TomeHgeteai [37] »oaHe onap 6enrini 6ip IKK
arganapolHga Kaiteimabl Typae NiAl,O, wnuHenb-
re anHanybl MymKiH [38]. CoHAbIKTaH, Kasipri 3epT-
Tey *KymbicTapaa [39-41] aTaHONAbIH KOMIPKbILWKbIN-
Obl KOHBepcuMa npoueciHe TWIMAI TacbiMangafbill
MeH MbIC Heri3iHAeri ap3aH KaTa/iuMsaTop AakbiHaay
KoHe onapablH 6enceHainirin peakuma eHimaepiHi
WbIFbIMAAPbIHA BCEPiH 3epTTey MaHbI3abl 60bIN Ta-
6blnaabl.

By/n XKYMbICTbIH, MaKcaTbl — 9p TypAi Tacbimasn-
OAFbIWKA OTbIPFbI3bINIFAH MbIC OKCUAIHIH, KaTainTu-
Kanblk, 6enceHainiriH aTaHoNAbIH KOMIPKbILWKbINAbI
KOHBEPCUA MNPOLECIHAE OHE 6HIMAepAiH, Wblifbl-
MbIHa peaKumMa TeMnepaTypPacbiHbIH 3CEPIH 3epTTey,
COHbIMEH KaTap OKCMATI KaTanmsaTopaapablH, cyTe-
riMeH TOTbIKCbI3AaHy KabineTrepiH aHbIKTay.

2. JKCnepuMeHTTiK 6enim
2.1. Kamanuzamopowi dalibiHOay

Mbic HerisiHgeri KaTanusaTop QAaWblHAAY YLWiH
Sigma-Aldrich kKomnaHuMAcbIHAH caTbIM a/ibIHFAH MbIC
HUTPaTbIHbIH, rekcorngpaTbl (Cu(NO,),"6H,0) meH
CUHTEeTMKanbIK SiO, TacbimManaafblilWbl NanganaHbia-
AObl. KaTannsaTop TacbiMangafbiWTbiH, blIFaa CUbIM-
OblNblfbl BOMbIHWA CiHipy aAicimeH gaiblHAaNAbl.
[anbiHganfaH KatanmsaTtop 12 cafaT 6olibl 6enme
TemnepaTypacbiHaa *KaHe 300 °C (2 cafaT) KenTip-
riwn wkadTa KenTipinin, 500 °C-ge 3 cafat mydesnb
newiHae Kbi3gblpblagbl.

2.2. KamanauzamopOsi 3epmmey

DTaHONAbIH, KOMIpPKbIWKbINAbI  KOHBEPCUACHI
peakuMACbIHAAFbl CUHTE3AeNreH YAriNepaiH KaTa-
NINTUKaNbIK bBenceHainiri atmocdepansik KbiCbIM
YafgalblHAa CTaUMOHApP/bl KAbaTTbl KBAPLTbI peak-
Topaa (iwki gnuametpi — 9 mm) 3eptrengi (1-cyper).
PeaKkTopfa 2 mn KaTanusaTop (Tyhipwik menwepi —
2-3 MM) ca/ibiHbIM, KaTanM3aTopablH eKi *Kafbl KBapL,
WbIHbICBbI apKbl/bl beKiTingi. Peakunsa angbiHaa Ka-
TanuzaTop yarinepi 500 °C temnepaTtypaaa, 1 cafaT
60oibl, N,/H, (1:1 KaTbiHaCbl) KOCNACbIHbIH, arbIMblH-
Aa 60 MA/MUH XKblngaMablFbIMEH TOTbIKCbI3AaHAbI-
pbinabl. Katanmsatop TOTbIKCbI3AAHAbIPbINFAHHAH
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Cypert 1. KaTannuTuKanbiK KOHAbIPFbI: 1 — KOMIPKbILWKbIN ra3bl; 2 — £,03aTOP; 3 — KBAPLTAH XKacasifaH peakTop;
4 — Tepomonapa; 5 — rasapl xpomatrpad.

KeliH peakuuanblK Kocrna — 3TaHon (295% Tasa-
nbikTa, LSPO1-1A nnyH:Kepni HacocbimeH 6epin-
Ai) KoHe KeMipKbIWKbIA rasbl (ras afbiHbl peTTeril
apKbinbl) — peakTopfa 1:1 Kenemaik KaTblHaCbIMeH
6epingi. CO, rasbiHbIH, Xblagamabifbl 10 Ma/MuH,
an ataHonablH 6epiny bingamabibl 0,66 mn/car.
Peakumsa eHimAaepiHiH, Kypambl OHMAMH pexumae
"Xpomoc X-1000" rasgblk xpomaTtorpadbl apKbi/ibl
aHbIKTaNgbl. Xpomatorpad *KanblHAbl MOHZAY Ae-
TEKTOPbIMEH }KIHE XKbIJYOTKI3TiWTIK AeTeKTOpbIMEH
»KababikTanfaH. Masaap (CO, CO,, CH,, C,H,) HayeSep
TONTbIPbI/IFAH KOJIOHKAChl apKblabl 6eniHin, *KblnyeT-
Ki3rilWTiK  AeTeKTOpbIMEH, TacbiMangaylwbl ras
peTiHA4e aproHAbl NanganaHa oOTbipbIiN TangaHAabl.
JKCNepuMeHT HITUXKeNepiHiH, KalTaNaHFbIWTbIFbI
peakuuAHbl KeEMiHAE YW peT KaiTanay apKblibl TEK-
cepingi. Hotuxkenepperi aybiTky 5%-A4aH acnagpbl,
6yn manimeTTepAiH, CEHIMAINITI MeH TYPaKTbINbIFbIH
pactangpbl.

2.3. Cunammamacoi

TemnepaTypanblk 6argapiamanaHfaH TOTbIKCbI-
3paHy (TBT-H,) 3epTxaHanblK KOHAbIPFblAa, rasgbl
AanblHAAy XKyHneciH, Kybbipabl newi 6ap peaKktop-
Abl (iWwki guameTpi 4 MMm) KoHe Xblny OTKI3riWTIK
OeTeKTOpblH KaMTUTbIH ambeban copbuunansbik ras
aHanusatopbiHaa (9CrA-101) xyprisinai. 3eptre-
netin yarigen 0,3-0,5 mm ¢pakumacbiHaH 106 mr
e/ilwen anblHbin, acTbl- ycTiHeH 0,03 r WbiHbI BaTa-
MeH »Kabblnabl.

TBT-H, aaici 480 °C-ta 40 muH 60Mbl Ar-neH an-
AblH ana Ta3apTbiabin, 50 °C-Ka AeliH canKblHAATbIA-
Abl, cofaH KeliH 15 ken.% H,-HiH, Ar kocnacbl 30 cm3/
MUH afbiHbiHAa 10 °C/MUH xbiagamabikneH 50-geH
950 °C-Ka QAemiH Kbi3ablpblpy apKblabl KacasblH-
AObl. AFbIHAAFbl CYyTeri KOHLEHTPALMACBIHbIH, 83repyi
JKbINY OTKI3TIWTIK AeTEeKTOPbIHbIH, KemerimeH 6aKbl-
naHabl. CiHipinreH cyTeKTi caHAbIK aHbIKTAy MeTann
OKCUAiHIH A2 enweHreH 6eniktepiH a3anTyra Heris-
OenreH Kannbpsey KEMerimeH Kysere acbipblagbl.

3. Hatuxkenep XaHe onapabl TaNKblaay

Bactankbl kKe3ge 5A, HZSM-5, Al,O,, SiO, Tacbl-
MangafbiWTapbiHa OTbIPFbI3blAFaH 3%CuO KaTa-
NIN3ATOPbIHbIH,  KaTaJIMTUKANbIK  GenceHginikrepi
3TAHONAbIH, KOMIiPKbIWKbINAbl KOHBEPCUACHI peak-
umAcbiHAa 3epTTengi. Peakuuns 6apbicbl aTaHon:CO,
=1:1 kaTbiHacTbl, W = 1800 caf?, T = 500-800 °C apa-
NaFblHAA XKYPrisingi. 2-cypeTTeH KepiHin TypraHaan,
peakuua eHimaepiHae 6apnbik KaTanmsatopga H,,
CO, C,H, )aHe CH, raspgapblHblH, TY3inreHiH Kepyre
6onagbl. 3TaHONAbIH, KOMIPKbIWKbINAbI KOHBEPCUSA-
Cbl peaKkuUAHbIH, CTEXMOMETPUACHI BOMbIHLIA Heri3ri
eHimaepi: H,:CO = 1:1 KaTblHacTafbl CUHTE3 ras 6o-
Nibin Tabblnabl.

C,HsOH + CO, > 3H, + 3CO —296,7 kx/monb (1)

CoHbimeH KaTap, [42] aBTopnapablH, MaKanacblH-
0a 1 peakuus 6apbicbiHga bipHelwe Ti3beKTi peakuu-
ANap Kypy MyMKiHAiri 6ap ekeHairiH TemeHaeri 2-8
peakuunsa TeHaeynepi 6olbIHIWA TYCiHAipreH.

C,HsOH > C,H,0 + H, — 68,5 K[Isk/monb (2)
C,H,0 > CH, + CO + 18,9 k1>k/monb (3)
C,H,0 + CO, = 2H, + 3CO — 232,6 K[>k/Mmob (4)
CH, + CO, = CO + H, — 247 k[/monb (5)
C,HsOH - C,H, + H,0 - Q (6)
C,H, = nonumep = 2C + 2H, + 52,4 kx/monb (7)

CO,+C>2C0+Q (8)

PeakuUMAHbIH XYpy MexaHM3mi 6oMbiHWA bacTa-
MKbl KeseHae 3TAHON 3TU/IEH MeH aleTanbAeruns-
Ke, coflaH KeliH bGyn peareHTTep apa/blK eHimre
biablpanabl. Ty3inreH aueTanbaeru KaHe MmeTaH
peakumagarbl CO, MeH 9pKeTTecin, CUHTE3 rasablH,
Ty3inyiHe bIKknanbiH TUrizeai (3-5 TeHaey).
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CypeT 2. 9p TypAai Tacbimangarbiwka a — 5A; o — Al,O3; 6 — HZSM-5; B — SiO, oTblpfbi3binfaH 3%CuO KaTasM3aTOPbIHbIH,

6enceHainirine KK peakuns TemnepaTtypacblHbiH, acepi.

Peakuma temnepatypacb! T =800 °C 3%CuO/5A:H,
*KoHe CO KoHueHTpauunanapol 14,6 xaHe 16,0 Ken.%,
an 3%Cu0/SiO, katanmsatopbiHaa H,:CO = 12,8:12,9
Ken.% cankeciHwe Ty3ingi. 3%CuQ/HZSM-5 kaTtanu-
3aTopbiHga 500 °C-taH 800 °C-Ka KeTepinreHge cy-
Teri rasblHblH, KOHUEeHTpaymacel 1,6-aan 14,3 ken.%
oHe KemipTteri moHo (llI) oKcuaiHiH KOHUEHTpauu-
acel 0,3-12,0 ken.% aptrbl. 3%CuO/Al,O;kaTanmsa-
TopblHAa cyTeriaeH KapafaHga CO rasblHblH, KOH-
LEeHTPaLUMACBIHbIH, MeJlWepi *KoFapblnafaH. ATanfaH
KaTanmnsatopaa 800 °C H,-HiH KoHUueHTpaymacbl 20,6
ken.%, CO — 37,5 ken.% teH, 6onapl. [43] makana-
[a CyTeK rasblHaH KapafaHga CO rasbiHblH, *KOFapbl
WbIFYbl peakuus bapbiCbiHAA KOFapbl TeMnepaTypa-
Aa cy bybIHbIH bIFbICYbIHbIH, Kepi peakuusacskl (CO, +
H, = CO + H,0) »KypyiHeH 6bonaabl Aen TyCiHAipreH.

3epTTenreH KatanusatopsapAbiH, 6apablFbiHAA
peakuuna Temnepatypacbl 500 °C-taH 800 °C-Ka Ke-
TepinreHae calkeciHWwe, 3TUNEHHIH, KOHUEeHTpaLuu-
ACbl a3akfaHblH Kepyre 6onaabl. ATan aWTKaHAa,
3%CuOQ/HZSM-5 KaTanusatopbiHAA STUNEHHIH KOH-
ueHTpaumacel 31,3-teH 3,7 ken.%-fa, an 3%Cu0/5A
25,8-neH 4,5 Ken.%-fa skaHe 3%Cu0O/Al,0; 30,0-aaH
1,0 Ken.%-fa TemeHaesi.

3epTTenreH KaTanuMsatopsapablH, iWwiHae 3Tu-
JIEHHIH, KOHUEeHTpauuAcbl 6olblHWa eH benceHaici
- 3%Cu0/Si0, 6onbin Tabbinagbl. T = 550 °C aTuneH-
HiH, KOHUEeHTpauusacol 33 ken.%-fa TeH 6onabl. Peak-

uma Temnepatypackl T = 800 °C 6onfaHAa STUNEHHIH,
KOHLeHTpauuacbl 1,9 ken.%-fa geniH TemeHaes,.

CoHAbIKTaH, Keneci KesekTe 3epTTeNreH Katanu-
3aTOpNapAblH, iWiHAEr 3TUNEHHIH KOHLEHTPaLUUACHI
6olbiHWa benceHainik kepcetkeH CuO/SiO, KaTtanu-
3aTopbl 9pi Kapal KeHipeK 3eptrenai. annbl 3Ta-
HONAbIH 3TU/IEHTE biAblPAY PeaKUUAChI TOMEHTT TeMm-
nepaTtypaga *ypeTiH npouecTepre »aTaapl [44, 45].
OcblifaH 6ainaHbicTbl, 6yn npouecc T = 200-550 °C
apanbifblHAA XKYpPrisingi.

SiO, TacbiMangafbllbiHA OTbIPFbI3bIAFAH MbIC OK-
CUAIHIH KOHUeHTpauuanapbiHbib, (1, 2, 5, 10, 15%)
acepi 3TaHONAbIH, KOMIPKbIWKbINAbI KOHBEPCUACHI
peaKkuuAcbiHga 3epTTengi. [JarblHOanfaH Katanu-
3aTopnapAblH,  KaTa/MTUKaNbIK  BenceHAinikrepi
3TUNEHHIH, LWbIFbIMbl GOMbIHWA TemnepaTypaHblH,
acepiHe 6annaHbICTbl rpaduK 3 — CypeTTe KepceTin-
reH. Pekuua T = 200-550 °C, CO,:C,HsOH = 1:1, W =
1800 caf! karmanbiHAa *Kyprisingi.

CypeTTeH Kepin TypfaHAaW, peakuus Temnepa-
Typacbl 200 °C-geH 350 °C-re geniH »KofapbliaraH-
03, COMKeCiHWe peakumna eHiMi 3TUNEHHIH KOHLEeH-
TpauusaAcol ecin, ogaH api 550 °C-fa geiiH 6ipTiHaen
TypaKTanfaHblH Kepyre 6onaabl. 3epTTenreH KaTtaau-
3aTopnapAblH iWiHAEe STUNAEHHIH, WbIFbIMbl 6OMbIHLA
5%CuQ/SiO, KatanusaTopbl besceHAinik KepcetTi.
5%Cu0/SiO, katanunsaTtopbiHaa T = 550 °C 3TUNEHHIH,
KOHUEeHTpauunacol 35% 6ongbl.
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OKcuATi KaTanausatopnapabl cyTerimeH TOTbIKCbI-
34aHAbIPY A4iCi KaTanM3aTop/iapAablH TOTbIKCbI3AaH-
OblpFblll dpeKeTiH 6afanayaa *KaHe KaTaaUTUKaNbIK
peakuunanap KesiHge 6enceHai dasanapabiH, ben-
CeHAINITIH aHbIKTAayAa Wewywi pen aTkapagbl [46].
COHAbIKTAH MbIC OKCUMATEPIHIH, TOTbIKCbI34aHY TeM-
nepaTypacbiHblH, ©3repyiH Tangay ywid 100-900 °C
TemnepaTtypa AmManasoHblHAa TET-H, aaici xyprisin-
i KoHe HaTmKenep 4-cypeTTe KenTipinreH.

CypetTeH Kepin TypfaHgah, SiO, Tacbiman-
AafbiwbiHaa TY,., = 436 °C, (CiHipinreH cyTeriHiH,
menwepi (A) = 80 mMKmonb/rKT), skaHe T2,,,, = 748 °C,
(A = 21 mKmonb/rKT) weiHaapabl kepyre 6onagbl.
TacbimangafbilWKa MbIC OKCUAIH 3P TYpAi KOHUEH-
Tpaumaga oTblpfbidfaHaa TbT-H, npodunbaepiHae
209-338 °C apanblfblHAA KaHa WbIHAAP nanga bon-
abl. [47] spebueTTeri KYMbICKa CYMEHCEK, Xannbl
mbic (I1) okenai Cu?* > Cu®, »kaHe Cu?* > Cu*-Kka aeltiH,
an mbic (1) okenai Cu* > Cu® geniH cyterimeH TOTbIK-
CbI34aHaTbIHbl ANTbINFaH.

3%CuQ/SiO, katanusatopbiHaa TET-H, npodunb-
AepiHge eki wbliH nanga 6onapl. Onap: T, = 314 °C,
(A =152 mkmonb/rKT) skaHe T?,,., = 649 °C, (A = 6 MK-
Mob/TKT). BipiHwi wbiH, CuO-HbIH, Cu®-Ke TOTbIKCbI-
3/aHyblHa canKec Kenegai [48].

KaTtanunsatopabiH, KypambiHAAFbl MbICTbIH, KOH-
ueHTpauuacel 5% 6onfaHga 5%CuQ/SiO, KaTanu-
3atopblHAa 3 whiH, T, = 255 °C, (A = 247 MKmonb/
rKT), T2.ax = 338 °C (A = 166 MKMOb/TKT) aHe T°3,..,
=729 °C (A = 4 mKMonb/TKT) TysinreHin, kepyre 60-
naabl. OnapabiH, 6ipiHWi WwWbiHbl T, = 255 °C Cu-0O-Si
KocbinbicTapbiHga Cu?*-TiH Cu*-Ka aeliH »kaHe CuO
benlekTepiHiH, Cu’-re geiiH TOTbIKCbI3AaHY WbiHAA-
pbiMeH calikec Kenedi [45]. T?,.« = 338 °C (A = 166
MKMONb/TKT) TemnepaTypagarbl KilUKeHTall KeH,
WbIH, KWbIH TOTbIKCbI3AaHATbIH MbICTbIH, puUanoccu-
NINKAT oHe TacbiMangafbllinNeH TbIfbl3 dpeKeTTe-
cKeH CuOx TypnepiHe »kaTKbi3yfa 6onaabl [49].

3%Cu0/Si0, xaHe 5%Cu0/Si0, KaTanM3aTopbIH-
ba TBT-H, npodunbaepiHaeri TOTbIKCbI3gaHy TeM-
nepatypacbl T = 600 °C xofapbl wbiHgap Cu-O-Si
KocblnibicTapbiHAa Cu*-Hbl Cu-re AeiiH TOTbIKCbI3Aa-
HaTbiHbl [47] Makanaga KepceTifireH.

[50] spebuetke calikec 10%CuQ/SiO, KaTanmsa-
Topbl ywiH T = 209 °C (A = 46 MKMonb/rKT) Temne-
paTypafafbl KilUKEHTAW LWbIHbl XOfapbl AMCNePCTi
CuO TypiHae 6onatbiH Cu-fa TO/bIK EMEC TOTbIKCbI-
3[aHfaH WbiH 6onbin Tabblnagbl. T2,., = 269 °C, (A =
533 MKMob/rKT) TemnepaTypacbiHga CuO-HbiH Cu®-
Ke TOTbIKCbI3A4aHY WbIHbIHA *KaTagbl [40].

[51] apebuetke callkec CuO-HbiH, Cu®-Ke TOTbIK-
cbizgaHybl 230-320 °C apanafblHAa TEMEH Temnepa-
Typaga TOTbIKCbI3AaHagbl. 4-CypeTTeH yw KaTaau-
3aTopAa OCbl alMmaKTapAa WbiHAAPAbIH, Ty3inreHiH
Kepe anambi3. Anainga, 3%Cu0/SiO, skaHe 10%Cu0/
SiO, KaTanusaTopnapbiHaH KapafaHaa 5%Cu0/SiO,
KaTanusapbliHaafbl 6ipiHWi wbiHbl CuO-HbIH, Cul-re
XeHin, api ToemeHri Temnepatypaga (T = 255 °C) To-
TbIKCbI3AaHFaHbIH aHFapyfa 6onagbl. 5%Cu0/SiO,
KaTanusatopbiHHbIH, KK peakuusacbiHaa benceH-
Ainik KepcetyiHe cebebiH, CuO-HblH TOMEHTi Tem-
nepatypaza *KeHin TOTbIKCbI3AaHYbIMEH TYCiHAipyre
6onagpbl.

4. KopbITbIHAbI

KopbiTa Kene, 3TaHONAbIH, KOMIPKbILWKbIAAbI KOH-
BEpCUA peakUMACbIHAA 9P TYP/i TacbiManAafblllKa
oTbipFbi3binFaH 3%CuO KaTanmM3aTopbiHbIH, KaTaau-
TUKanbIK BenceHginiri 3epTrengi. 3eptrey HaTuKe-
Nepi 6oMblHWA, peakuus TemnepaTypacbl apTKaH
CalblH 3TUNEHHIH KOHUEHTPaLMAChI a3aiblin, CUHTE3
rasgblH, KOHLUEHTpauuacbl apTagbl. CMHTE3 ras any
ywiH 3%CuO/Al,O; KaTanusatopsbl benceHai 6oaabl.
AtanfaH Katanusatopga T = 800 °C H,-HiH KOHUEH-
Tpaymacel 20,6 Ken.%, CO — 37,5 ken.% teH 6onapl.
An, T = 550 °C 3TUNEHHIH, KOHLEHTPaALUUACbI 6OMNbIH-
wa eH, benceHaici — 3%Cu0/SiO, KatanmsaTopbiHAa
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atuneH 33 ken.% kepceTti. OaaH api 3epTTeynep aTu-
NIeHHIH, WbIFbIMbIH apTTblpy MakKcaTbiHaa SiO, Tacol-
MangafbllblHA OTbIPFbI3blFAH MbIC OKCUAiHIH, KOH-
LEeHTPaLMANAPbIHbIH, 9Cepi TOMEHTi TemnepaTypasa
T = 200-550 °C aTtaHONAbIH, KOMIPKbILWKbIAbl KOH-
BepCUACbIHAA aHbIKTangbl. Mbic oKcmainin 1, 2, 5, 10
KoHe 15% KoHueHTpaumanapbl anbiHAbl. ANbIHFaH
HOTUXKeNepaiH KOPbITbIHABICHI, 3€PTTEAreH KaTanu-
3aTOPAbIH iWiHAEeri aSTUNEHHIH Ty3inyi boMblHWA eH,
6encengici — 5%Cu0/SiO, katanmsatopbl 60FaHbIH
KepceTTi. 5%Cu0/SiO, KaTtanmsatopbiHaa T = 550 °C
3TUNEHHIH KOHUEeHTpauuackl 35 %-fa aeniH ecTi. byn
KaTaAMTUKanbIK 6enceHainikti TBT-H, npoduniHgeri
WbiHAAPMEH pacTanagpl, myHaa 5%CuO/SiO, Ka-
Tanusatopbl 6acka KaTanusaTopsapAaH KapafaHaa
CuO-HbIH, Cu®-re KeHin, api TomeHri TemnepaTtypasa
(T = 255 °C) TOTbIKCbI3AAHaTbIHbI aHbIKTaNAbl. KaTa-
nnsatopablH 6eTKi KabaTblHAaFbl OKCUATEPAIH OHal
meTangapfa TOTbIKCbI3AAHYbl, ONapPAblH, NpouecTe
6enceHai dasa peniH aTKapbin, peakuma eHimaepiHiH,
WbIFbIMAAPbIH apTTbipyFa Kapaemaeceni. COHbIMeH
KaTap, TOMeH MNpPOLEHTTI, ap3aH KaTanu3aTop Ka-
TbiCbIHAA, *aHapTblaTblH OMO-TybIHAbI 3TaHOAAbI
*KoHe Karketciz CO,-Hi WuKi3aT peTiHae naikganaHa
OTbIPbIN, MPAKTUKa/bIK MaHbI3bl 30p CUHTE3-ra3 beH
3TUNEHAI any fFblbIM KIHE eHAIPIC TYPFbICbIHAH Aa
KYHZAbINbIFbI }KOFapbl 601bIN Tabblaabl.

Anfbic

Mymbic KasakctaH Pecnybinkacekl Fbinbim KaHe
YKOFapFbl 6iNiM MUHUCTPAITiIHIH, KapKblblK Konaa-
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Dry Reforming of Ethanol Based on Copper Catalyst

L.K. Myltykbayeva?', M.M. Anissova?, G.E. Yergazieva*?, M.M. Mambetova'?, K. Dossumov?, N.M. Makayeva®?

!Institute of Combustion Problems, Bogenbai Batyr St., 172, Almaty, Kazakhstan
2Al-Farabi Kazakh National University, Al-Farabi Ave., 71, Almaty, Kazakhstan

ABSTRACT

In this article, the catalytic activity of copper oxide supported on 5A, HZSM-5, Al,Os, SiO, carriers in the reaction
of dry reforming of ethanol was investigated. The results of the study showed that the formation of H,, CO, C,H,
and CH, gases in the reaction products depends on the reaction temperature and the catalytic activity of the
catalyst. The 3%CuQ/Al,O; catalyst showed activity for obtaining synthesis gas at T = 800 °C, and the 5%Cu0QO/
SiO, catalyst showed activity for obtaining ethylene at T = 550 °C. 20.6 vol.% H, and 37.5 vol.% CO are formed on
the 3%CuO/Al,O, catalyst. In order to increase the ethylene concentration, the effect of copper concentration
supported on the SiO, carrier in the DRE process was studied. According to the obtained data, on the 5%Cu0/SiO,
catalyst the ethylene concentration increased to 35 vol.%. The catalytic activity is confirmed by peaks in the TPR
profile, according to which the reduction of CuO to Cu® in the 5%Cu0/SiO, catalyst occurs more easily and at lower
temperatures compared to other catalysts. The reduction of oxides to metals at low temperatures on the catalyst
surface allows increasing the catalytic activity of the catalyst.

Keywords: ethanol, synthesis gas, ethylene, dry reforming of ethanol, copper-based catalyst.

YrnekucnotHas KOHBEPCUA 3TaHO/Ia HAa OCHOBE MeAHOro KataausaTtopa
N.K. Mbintbik6aesa?’, M.M. AHucosa?, I'.E. Eprasuesa’?, M.M. MambetoBa'?, K. locymos?, H.M. Makaesa'?

"MHcTuTyT Nnpobiiem ropeHus, yn. boreHbait 6atbipa, 172, Anmatsl, KazaxcraH
2Ka3axcKuii HaLUMOHaNbHbIM yHUBEPCUTET UM. anb-Papabu, np. anb-Papabu, 71, Aamatbl, KazaxctaH

AHHOTALUMA

B maHHOM cTaTbe MccnefoBaHa KaTa/MTUYECKaAa aKTMBHOCTb OKCMAQ MeAM, HaHECEHHOro Ha HocuTenum 5A,
HZSM-5, Al,O;, SiO, B peakuun yrnekKMcaoTHOM KOHBEpPCUM 3TaHona. Mo pesynbTaTam McCiefoBaHMA MOKas3aHo,
yTo obpasosaHue rasos H,, CO, C,H, u CH, B NnpoAyKTax peakuuu 3aBUCUT OT TeMnepaTypbl U KaTaIUTUYECKOM
AaKTMBHOCTM KaTanusatopa. 3%CuO/Al,O; KaTanu3aTop NPOSBWUA aKTUBHOCTb A/1A MONYYEHWUS CUHTE3-rasa npu
T =800 °C, 4n1a NoNy4eHns 3TUeHa KaTaan3aTop Nposasua akTueHocTb npu T = 550 °C 5%Cu0/Si0,. 20,6 06.% H, u
37,5 06.% CO obpasyetca Ha Katanmsatope 3%CuO/Al,O;. C uenbio MoBbILEHUA KOHLUEHTPauum 3TuaeHa 6bino
M3y4YeHO BAUAHME KOHUEHTPALMN Mean, HaHeCeHHON Ha HocuTenb SiO, B npouecce YKI. CornacHo noayvyeHHbIM
OaHHbIM, Ha KaTtanusaTope 5%CuQ/SiO, KOHUEeHTpauusa 3TuaeHa ysenuumnacb Ao 35 06.%. Katanutuuyeckas
aKTMBHOCTb MoATBepKAaeTcA nukamu Ha TlMB-npodwune, cornacHo KoTopbim BoccTaHoBneHue CuO go Culs
KaTanusatope 5%Cu0/SiO, npoucxoguT nerye v nNpu 6osiee HU3KMX TemnepaTypax Mo CPaBHEHWUIO C APYrMMM
KaTanmnsaTtopamu. BocctaHoBAEHME OKCMA0B 40 MeTaNN0B NPU HU3KMX TEMMepaTypax Ha NOBEPXHOCTU KaTansaTopa
NO3BO/IAET MOBbLICUTb KAaTaJIMTUYECKYIO aKTUBHOCTb.

Kntouesble cnoBa: 3TaHON, CUHTE3-ra3, 3TU/EeH, YINeKMCNOTHAaA KOHBEPCUA 3TaHONA, KaTa/IM3aToOP HAa OCHOBE MeaMu.



