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AHHOTALIUA

UccnepoBaHa aKTUBHOCTh HaHeCeHHbIX Ha HocuTesdb Y-Al,0; HM3KONPOLIEHTHBIX MOHOMETAJ/IIMYECKUX U
OMMeTa/UIMYECKOTO KaTaJW3aTOpPOB B pas3JyiokeHWM MeTaHa. OmpepeseHo, yto 6umertasnnydeckuit (Ni-Co/y-
Al,03) kaTasuzaTtop 60Jiee aKTUBeH, yeM MoHOoMeTasindeckue (Ni/y-Al,03, Co/y-Al,03). Haubosbiiass KoHBepCHs
MeTaHa, U HauboJIblilee KOJIMYeCTBO HUTEBU/IHOTO YTyIepo/ia HabJl0/1aIuch Ha GMMeTalJINYeCcKOM KaTaJlu3aTope.
KommniekcoM MeTO/I0B CKaHUpPYIOIIeHd 3JeKTPOHHOW MHUKPOCKONHWH, PEeHTreHopa3oBOro aHaiu3a, TEpPMo-
NpOrpaMMHPYeMOT0 BOCCTAHOBJIEHUs] BOJIOPOJIOM YCTAaHOBJIEHO, YTO A006aBjeHHe OKCHAA KoGajlbTa B COCTaB
Ni/y-Al,0; npuBOAUT K 06pa30BaHMI0 MOBEPXHOCTHBIX OMMeTa/TNYeCcKuX crnyiaBoB Ni-Co. O6pa3oBaHue CIJIaBOB
CIOCOGCTBYIOT 06JIeTYEHHIO0 BOCCTAaHABJIMBAEMOCTH KaTaIM3aToPa, 06ecredruBaeT POCT KOHLIEHTPALUH aKTHBHBIX
LEeHTPOB. /[aHHbIe U3MEHEHUS MOJI0KUTENbHO BJIUSIOT Ha aKTUBHOCTh GUMETaJINYECKOr0 KaTau3aTopa.

Kamwuesvlie cai06a: MeTaH, pa3JjoxeHue, Bogopoa, yrjaepoa, KaTajanu3aTop, OKCUA HUKeJId, OKCU/ Ko6aJbTa.

1. BBeaeHue

Hau6osiee yacTo ucno/ib3yeMble KaTaJlU3aTo-
pbl B KaTaJIUTUYECKOM Pa3JIO)KEHWU MeTaHa 3TO
nepexosHble MeTasibl, Bkawdasa Ni, Co u Fe, Ha
HocuTesax, Bkawuas Al,0;, Si0,, TiO,, MgO, Ce0,,
yrjepoJ U neosauTsl [1-3]. KaTanusaTopsl Ha oc-
HOBe jKeJie3a ABJSITCA 60Jiee CTAOUJIbHBIMU K
3ayrJIepOKUBAaHUI0 OJIHAKO 00J1aZlal0T HHU3KOU
AKTUBHOCTbIO B pa3JiodkeHWHW MeTaHa [4]. Okcuj-
Hble KaTajJW3aTOpbl, HAHECEHHble Ha YTJEepoJ,
JlaloT 6oJiee HU3KYH0 KOHBEPCHUI0O MeTaHa, YeM
MeTa/l/Inyeckue KaTajausaTopsl [5]. Cpegu 3Tux
KaTaJM3aTOPOB HHUKeJeBble KaTaJH3aTOPhbl Ha
HOCHUTEJIe IIUPOKO UCCIAEN0BANNCh U3-3a UX OJa-
FONPUATHON aKTUBHOCTU B PabOYUX YCJIOBUSX
nupoJsin3a. KatanusaTopbl Ha 0CHOBe HUKeJS 06-
JIaJIal0T BBICOKOM aKTUBHOCTbIO B Pa3JiOKeHUU
MeTaHa, 0/lHAKO OHHU YYBCTBUTEJbHBI K pabodyei
TeMIlepaType W OBbICTPO [J€3aKTUBUPYIOTCH NMPHU
BbICOKOU Temmepatype [6]. ComepikaHHe OKCH-
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Jla HUKeJisd Ha HocuTesie Bapbupyetcs oT 0.5-60
Mac.% [7]. [IpepnosiaraeTcst, YTO KaTaJau3aToOpPhI C
cojlepKaHUeM OKCHJA HUKeJisl B uHTepBase 0,5-
5 mMac.% MeHee moABep)KEHBI 3ayTJIEPOKUBAHUIO
[8]. /[loGaBysienne MOAUPUIUPYIOIIUX J06ABOK
(6s1aroposiHble MeTaJl/ibl, OKCHUAbI KOOA/NbTA, Iie-
pust ¥ JIp) B KaTaJu3aTOpPbl HAa OCHOBE HHUKeJIs
MOXEeT YJYy4YIIUTh aKTUBHOCTb U CTAbUJIbHOCTh
KaTaJiu3aTopa B pa3JioXKeHUU MeTaHa [9].

Hukenb-kK06a71bTOBBIE CUCTEMBI LIMPOKO MPH-
MEHSIIOTC KaK KaTaJau3aTopbl cyXoro pudop-
MuHra MertaHa [10]. OTaesibHble MCC/IeA0BaHUS
MO0KAa3bIBAIOT, YTO MOHOMeTa/sindyeckud Ni uiu
Co kaTasu3aTopbl HauboJsiee aKTUBHBI B CyXOM
pudopMHUHre MeTaHa, 4YeM OHMeTaJIMYecKue
Ni-Co, Torjja Kak Apyrue o6HapyKuJu, 4To 6ume-
TaJ/INYecKue 06pasibl 661K 60Jiee aKTUBHBIMU
[11-13].

Lles1bto JaHHOM PabOThI SIBJISIETCS CPABHUTEb-
HOe UCC/el0OBaHME aKTUBHOCTU HU3KOMNPOILEHT-
HbIX MOHOMETa/IJIMYeCKUX U OUMeTa/NINYeCcKUX
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HUKeJIb, KOOAJbT COZlepPKAIINX KaTaJIu3aTOPOB B
pasyoxkeHnuu MeTaHa. M3yyeHue QPU3UKO-XUMHU-
YeCKHUX XapaKTepPUCTUK KATaJIW3aTOPOB, BJUSAIO-
IIUX HA UX aKTUBHOCTh B U3y4aeMOU peaKiuu.

2. IKcnepUMeHTa/IbHaAA 4YacTh

MoHoMeTa/In4ecKue KaTanusaTopbl XNi/y-
Al,0; 1 yCo/y-Al,O; (rae x-comep:kaHue OKCU/IOB
B KaTa/Ju3aTope, Mac.%) ObLIM NPUTOTOBJIEHbI
MeTO/IOM KaNWJUJISPHOU MPOMUTKHU MO BJaroeM-
kocTu HocuTesd Al,0; ramMmma mouduKauu, Bo-
JHBIMH PAacTBOpPAMH COJIEH HUKeJST WU KOOaTb-
Ta. CoZlep>kaHre OKCHU/I0B HUKeJsI UK KobaabTa
B COCTaBe KaTa/iu3aTopa cocTaJisaao 3 Mac.%.

Bumertannuyeckuit xNi-yCo/y-Al,O; (roe x u
y — CcojJlep>KaHUe OKCH/I0B MeTaJ/ljla B KaTaJju3a-
Tope, Mac.%, cootHoweHue Ni:Co (1:2)) kaTanu-
3aTOPBI TAKXKE MOJyYaJIU METOOM KAalU/JIIPHON
MPOMUTKHU 10 BJIaroeMKocTH HocuTesst (y-Al,03)
BOJIHbIMU pacTBopaMu cMecH coJsieit Ni u Co. Tep-
Mo006paboTKa BceX 06pa310B OCYLeCTBJIANIACh HA
Bo3ayxe npu 300 °C B TeueHue 2 4, 3aTeM npu 500
°C B TeyeHue 3 4.

PassiokeHne MeTaHa GbLJIO TPOBEEHO HA IPO-
TOYHOH J1a60PaTOPHOM yCTaHOBKE. YCJI0BHUS PO-
BeJleHUs Mpoliecca, aHaaru3a NPOAYKTOB peaKIuu
Y CXxeMa yCTaHOBKM ONHUCaHbI B paboTe [13].

®u3nko-xUMHUYECKHe XapaKTepPUCTUKU Ka-
TaJIM3aTOPOB MCCJIEeJ0BaHbl METOJ[aMU pPEeHTre-
HodazoBoro aHanusza (PPA), Bpynayspa-dmert-
ta-Teksopa (B3T), ckaHupyloleld 3J1eKTPOHHOHN
MuKpockonuu (COM), TemmepaTypHO-porpam-
MHUPOBAaHHOTO  BOCCTAHOBJIEHUSI  BOJ0OPOJIOM
(TIIB-H,).

3. Pe3yabTaThl U 06CYyKAEeHHE

3.1 Xapakmepucmuka Hocume/si U HAHeCeH-
HbIX Kama/u3amopos

Pe3y/sbTaThl TEKCTYPHBIX XapaKTEPUCTUK CBe-
»KUX 06pas310B MpescTaBieHbl B Tabaule 1.

W3 pe3ybTaToB Ta6/1MLbl 1 BUJHO, YTO yAeJlb-
Has NMOBEPXHOCTb MOHOMeTA/IMYeCKUX KaTaJlu-

Ta6sinna 1. TekcTypHbIe XapaKTEPUCTUKU CBEXKUX 06pa3I0B

3atopoB Ni/y-Al,0; u Co/y-Al,O; HUXe YeM y OU-
MeTasindeckoro Ni-Co/y-Al,0; o6pasia.

HccnepoBaHue KaTaau3aToOpoB MeToaoM PDA
N0Ka3aJio, YTO Ha PeHTreHorpaMMe CBEXero Mo-
HOMeTaJ/lJInyeckoro kartanusatopa Co/y-Al0;
IPUCYTCTBYIOT pedJieKcbl OKcUJa KobasbTa
(Co30,). B cocraBe o6pasuna Ni/y-Al,0; a3y ok-
cuna Hukesas (NiO) sadpukcupoBaTh He yAaeTcs,
BEPOSATHO, U3-3a ee BbICOKOU JJUCIIePCHOCTHU (Me-
Hee 4 HM). B cocTaBe cBexero 6MMeTa JIn4eCKOT0
Ni-Co/y-Al,0; o6pasina npucyTcTByeT ¢pasa HOCH-
Tess (y-Al,03), dasa okcuza KobasbTa U OKCU/JA
HUKeJs1 He duKcupyetcs. KpoMme Toro Ha peHTTe-
Horpamme Ni-Co/y-Al,O; peructpupyeTcs meTaJ-
Juyeckass ¢dasza ¢ KyOUUeCKOH TrpaHeleHTPUpO-
BaHHOM pelleTKOW, MapaMeTp KPUCTATIUYeCKOU
syelku JaHHo# dasnl 3,535-3,540 A, CyAs 1o Be-
JIMYUHe apaMeTpa, GopMUpPyeTCs TBeP/blH pac-
TBOp Co-Ni ¢ TLK pemeTkoii. Pasmep o6sactei
korepeHTHOTO paccesiHusi (OKP) meTannindyeckoi
dasbl ~ 23 HM (puc. 1).
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Puc. 1. ludpakrorpaMMbl HcCaeAyeMbIX KaTaJau3aTo-
poB: 1 - Co/y-Al,03 2 - Ni/y-Al,03; 3 - Ni-Co/y-Al,03
[13].

B OKHC/IHTE/NbHO-BOCCTAHOBUTEJIBHBIX peak-
UAX KATaJIUTHYECKYH0 AKTUBHOCTb OKCH/IHBIX
KaTaJIM3aTOPOB OObSCHSAIOT 3HEPTUEH CBA3H KHUC-
JIOPOZI-MeTaslJl, Ka4YeCTBEHHbIMU XapaKTepPUCTH-
KaM{ KOTOpPOH AABJIAIOTCA TeMIlepaTypbl Hauyasa

OO6paseli, cojiep>KaHKe OKCU/IOB Ha
HocuTesae, Mac.%

YpenbHasi IOBEPXHOCTb, M2/T

YnenbHbIN 06'beM 1Op, cM3/T

Ni/y-ALO, 212,6 0,098
Co/y-AL0; 210,6 0,090
Ni-Co/y-Al,0; 224.4 0,096
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npolecca BOCCTAHOBJIEHUS BOZOPOJOM, a TaKXKe
TeMIlepaTypbl MaKCUMyMOB Ha KpuBbix TIIB-H,
[14]. Pe3ysbTaThbl uccaeA0BaHUSI MOHOMETAJJIH-
YeCKUX U GUMeTa/lIMYeCKUX 00pasl 0B NpUBeJe-
HbI Ha puC. 2.
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Puc. 2. TIIB-H, npoduau katanusatopos: 1 - Co/y-
A1203; 2 - Nl/y-Alzog, 3- Ni'CO/Y‘Alzog [13]

Ha xpuBbix TIIB-H, gas Ni/y-Al,0; katanu-
3aTopa HaGJIIOIAITCSA YeThipe MUKA C MAaKCUMY-
MaMH TeMIlepaTyp MorJolleHusa Bojgopoxaa T?,.,,
= 458 °C (kosinuecTBO BoZoposaa A = 5 MkMoJib/
rKrt), T%,..= 545 °C (A = 1 mxMmoub/TKT), T3, =
655 °C (A = 55 mkmouib/TKT) u T*,., = 814 °C (A
= 99 mkmoub/TKT). CornacHo autepatype [15]
nuk npu T!,,, OTHOCUTCS K BOCCTAHOBJIEHUIO Ka-
THOHOB HUKeJd B cocTaBe yacTull NiO, He cBsI3aH-
HBIX ¢ HocuTesaeM. [Tuku T?,,, 1 T3,.x OTHOCATCA K
BOCCTAHOBJIEHHIO YaCTHUI] OKCHU/AA HUKeJIsl, KOTO-
pble XapaKTepUsyrwTcs, “cadbbiM” U “CUJAbHBIM”
B3aMMOJIeCTBHEM MeTaJlI-HocuTesnb [16]. UH-
TEHCUBHBbIK NUK npu T*,,, = 814 °C ob6ycsoB/IeH
MPUCYTCTBHEM B COCTaBe 06pasiia JUCHEpPCHBIX
mnuHesenofo06Hbx popm NiAl,0,. TIIB npoduip
Co/y-Al,0; o6pa3na GoJiee CIOXKHBIA IO CpaBHe-
Huto ¢ Ni/y-Al,0;. Ha kpussix TIIB-H, ans Co/y-
Al,O; kaTasnMsaTopa Hab6JIIOAAIOTCS 5 MUKOB C
MakcumyMmamu npu T, = 306 °C, (A = 3 MKMoOJIb/
rKT), T?,.« = 424 °C, (A = 58 Mmkmosib/TKT), T3, =
441 °C, (A = 58 mxmoub/TKT), T*,.x = 639 °C, (A =
63 mkmouib/TKT) 1 T®,,, = 796 °C, (A = 2 MKMOJIb/
rKr).

HuskotemnepatypHbiii nuk npu 306 °C, cBs-
3aH C BOCCTAHOBJIEHHEM MoBepxHocTHOro Co* 1o
Co?, BTOpOU MIHUPOKUH MUK NMPU 6oJiee BHICOKUX
TeMnepaTypax (MakcUMyMbl 0KoJ10 424 °C, 441 °C
1 639 °C), cBSI3aHHBIN C BOCCTAaHOBJIEHUEM BH/IOB
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Co?* 10 MeTaJJIM4ecKoro KobajbTa B 3aBUCHUMO-
CTH OT B3auUMO/JleHcTBUSA ¢ HocuTeseM [17]. [Tuk
C MaKCUMyMOM NpU TeMIepaType okoJsio 796 °C
COOTBETCTBYET MNPOLECCY BOCCTAHOBJIEHUS CoOe-
JOUHEHHUS TUIIAa CMellaHHbIX okcuaoB CoAl,O,.

BumMmeTaniMyeckui KaTaJu3aTop MoOKasaj
C/I0KHBIA TPOdUJIb BOCCTAaHOBJeHUs. [losBuis-
eTcs HOBbIM muk npu T, = 205 °C (A = 80 Mk-
MoJib/TKT) KOTOpBIA paHee He HabOJIOAAICS JJIsI
MOHOMeTa/JIMYeCKUX KaTaJu3aTopoB. CorsaacHo
auTtepatype [18] nosiBjieHre HOBOTO HU3KOTEM-
mepaTypHOTO IMHKa CBSI3aHO C 0Opa3oBaHHUEM
HUKeJb-K06anbToBOTO coefauHeHUsa - NiCo,0,.
BoccraHoBsienue mmnuHead NiCo,0, 6b110 TIpes-
MeToM ucciaegoBanus Klissurski u Uzunova [19],
KOTOpble, npoBoAd aHanus TIIB aToro coenuHe-
HUA B Juamna3oHe TteMmneparyp 27-727 °C, Ha-
GJII0ZIa/IM TPU THKAa BOCCTAHOBJIEHHS, KOTOpPbIe
NPUIMUCHIBAJIUCh TOCTENEHHOMY BOCCTAHOBJIE-
HU kKaTuoHOB Ni*, Co** u Co?*" CTaTUCTHUYECKH
pacnpe/ie/ieHHbIX B TeTpPa3ApPHUYECKHUX U OKTad-
JPUYECKHUX MO3ULUAX MNUHeNd. [ITuku ¢ Makcu-
MyMoM 1npu Temnepatypax 315 °C u 367 °C, no
MHEHHI0 aBTOPOB, COOTBETCTBYIOT MOCTENEHHO-
My BocctaHoBsieHUI0 Co**—Co? u Co**—Co’. Iuk
¢ MakcuMyMoM npu 257 °C npunucaH BOCCTaHOB-
JIEHWI0 KaTHOHOB Ni**.

M3-3a BO3MOXHOCTH CylLIeCTBOBaHHUS He-
CKOJIbKHX BO3MOXHbBIX GOpPM aKTUBHOU ¢asbl B
CBEXUX KOOATbT-HUKEJEBbIX KaTaAU3aTOPAX, TO
ectb NiO, Co3;0, u NiCo;0,, TpyJHO OJAHO3HAYHO
OomnpeJie/INThb, KaKue MUKW, BUJUMble Ha MPodu-
aax TIIB, MOXHO OTHeCTH K BOCCTAaHOBJIEHUIO
onpeJeneHHON okcuJHOW ¢opMbl. Ha ocHoBa-
HUU JOCTYITHOU JIMTEPATYPhl Mbl MOXEM TOJILKO
NpPe/IoJIOKUTh, KAKOW MUK COOTBETCTBYET BOC-
CTAHOBJIEHUIO JJaHHOU (a3bl.

B HawmeMm ciydae HOBBIM HU3KOTeMIlepaTyp-
HbIM MUK npu T, = 205 °C MoXKeT GbITb CBSI3aH
C BOCCTaHOBJIeHHeM KaTuHoHOB Ni?* B cocTaBe
NiCo,0,. CyuTaetcs [20] 4yTo 3/IeKTpOHHAsA MpPO-
BOJIMMOCTb HHUKEJb-KOOAJbTOBBIX COEJUHEHUU
GoJiee BbICOKas, 4yeM y caMHUX okcuzoB NiO wuiu
Co;0,.

YBesnueHUe coJiep:KaHUA KobaJsbTa B COCTa-
Be OUMETa/JJIMYEeCKOro KaTaJiu3aTopa NPHUBEJO
K CMEIlleHUI0 TeMIepaTypbl BOCCTAHOBJIEHUS UX
aKTHUBHBIX (a3 B CTOPOHY 60Jiee BBICOKUX TEMIIe-
patyp (441, 458—497 °C). 3To siBJieHUe HabJIIO-
JlaJIoCh W B JIpyrux paborax [21, 22].

Muku npu T?,,, = 497 °C (A = 167 MKMOJb/
rKt) u T3,,, = 655 °C (A = 307 mkmosib/TKT) MoO-
IYT ObITh CBSI3aHbl C MEPEKPBITHEM MUKOB BOC-
CTAaHOBJIEHUS KaK HUKeJIsl, TaK U KobaJbTa. YBe-
JIM4YeHWe KOJIMYeCTBa MOTJIOLU[eHHOTO BOAOPO/a



190 I'. Eprasuesa/ TOPEHHME U IIJTABMOXHWMMA 19 (2021) 187-194

MOKHO CBfI3aTh C NMOBBILIEHUEM COJIEPX)KAHUSA OK-
cuJia KobasbTa B COCTaBe GUMETaNTTUIECKOr0 Ka-
tasu3artopa (Ni-Co/y-Al,0;) Mo cpaBHEHUIO C MO-
HOMeTa//IndecKUM KaTanauszatopoM Co/y-Al,0;.
MoaudunupoBaHue OKCUJa HHUKeJNS OKCHUAOM
KOOa/JIbTa NPUBOJUT K CHIXKEHUIO JIOJIU HUKEJIs
B coctaBe NiAl,0, 0 4eM CBU/IETE/JBCTBYET OHU-
»KeHHUe KOJIMYEeCTBO MOTJIOIEHHOr0 BOAOPOJA OT
99 no 77 mkMmoJib/TKT U TeMnepaTyphbl BoccTa-
HoBJieHUd oT 814 o 779 °C B 6UMeTa/JINYeCKOM
KaTajyM3aTope MO CpaBHEHHWI0 C MOHOMeTaJlJu-
yeckuM o6pasiom Ni/y-Al,0;. 3a cueT cHUXKEHUS
JlOJIA HUKeJISI B COCTaBe aJIlOMUHATA 4aCTb HU-
KeJisl COXpaHseTCcsl CBOGOJHbIM Ha MOBEPXHOCTH
KaTajru3aTopa, YTO MOXeT CIO0COOGCTBOBAThb 06-
pa30BaHUI0 HHUKEJNb-KOOAJIbTOBOTO COEJUHEHUS
BO BpeMs Ipoljecca BocCcTaHOBJeHUd. O6pazo-
BaHHe HUKeJb-KO6aJbTOBOTO COeJUHEHUS MO/l
TBEPXK/AAeTCs TaKKe pe3ysbTaTaMu POA.

KaTanuTuyeckue cBOUCTBAa CHHTE3UPOBaH-
HbIx o6pasuoB (Co/y-Al,0; Ni/y-Al,0; u Ni-Co/
y-Al,03) 6b11M MccieJoBaHbl B peaKI[UH Pa3joxe-
HUsI MeTaHa B UHTepBaJsie TeMiepaTtyp 550-800
°C. [lonyyeHHbIe pe3y/bTaThl NpPeACTABJIEHBI HA
puc. 3.
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Puc. 3. Binsanue TeMnepaTypbl peakliud Ha KOHBep-

CHI0 MeTaHa Ha KaTanusaTtopax: 1 - Co/y-Al,03; 2 - Ni/
Y'A1203; 3 - Ni'CO/Y'A1203 [13]

W3 pucyHka BUJHO, YTO B HaYaJbHBIX TeM-
nepaTypax aKTUBHOCTb MOHOMETaJJIMYECKOrO
Ni/y-Al,0; kaTasu3aTopa Bhlllie M0 CpaBHEHUIO C
Co/y-Al,0;. C moBblllIeHUEM TeMIepaTyphbl peak-
UM aKTUBHOCTb HUKeJIEBOTO 06pa3la CHUXKAEeT-
€, YTO BO3MOXKHO CBAA3aHO C Jle3aKTUBaLlMel HU-
KeJifl IPY BBICOKUX TeMIepaTypax. B uHTepBase
550-750 °C o6pa3zen; Co/y-Al,0; uMeeT HU3KYIO

aKTUBHOCTH 1o cpaBHeHUo ¢ Ni/y-Al,0;, ogHaKo
npu temnepatype peaknuu 800 °C koHBepcus mMe-
TaHa gocturaet 20%. Xots Co/y-Al,0; B KauecTBe
KaTaju3aTopa uMeeT 60Jiee HU3KYI0 aKTUBHOCTb,
yeM MoHoMeTa/uinyeckuit Ni/y-Al,0; kaTanusa-
TOP, ero J06aBKa CIOCOOCTBYET YJAYYLIEHUIO aK-
TUBHOCTH OUMETA/JIMYECKOT0 KaTaJiu3aTopa B
pas3JioKeHUHU MeTaHa.

BavsHUe NpoAO/KHUTENbHOCTH peakluu Ha
akKTUBHOCTb 06pasuyoB (Co/y-Al,0; Ni/y-Al,0; u
Ni-Co/y-Al,03;) ucciegoBaHoO NMpU TeMIepaType
peakyuu 600 °C (puc. 4).
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Puc. 4. BiusHue NpoLO/DKUTEJNBHOCTU peaKLMU Ha
KOHBepCHI0 MeTaHa Ha KaTasusaTtopax npu 600 °C: 1 -
Co/y-Al,03; 2 — Ni/y-Al,03; 3 — Ni-Co/y-Al, 03 [13].

W3 pe3yabTaTOB BU/HO, UTO KaTaJUTUYeCKas
aKTUBHOCTb MOHOMeTa/indeckoro Ni/y-Al,0,
KaTaJu3aTopa HauuMHaeT CcHWXaTbca nocae 30
MUH. Mogudunupoanue Ni/y-Al,0; okcugom
Kob6aJsibTa yBeJWYMBaeT ero akTUBHOCTb. KaTa-
JINTHUYECKass aKTUBHOCTb OMMeTas/lindeckoro Ni-
Co/y-Al,0; o6pasna cHuxasnach nociae 60 MUH.
[IpUYMHOU MOBBINIEHUS AKTUBHOCTHU GUMeTaJIJIH-
YeCKOTO KaTaJIu3aTopa, MOXeT ObITh 06pa3oBa-
HHE HUKeJb-K06a/IbTOBOTO CIlJIaBa. M3 moJsiyyeH-
HbIX JJaHHBIX Pe3yJbTAaTOB CJeAyeT, YTO OKCUJ,
K00aJibTa He c/le/lyeT pacCMaTPUBATh, KAK aKTUB-
HbIN 1IeHTP pa3JioKeHHs MeTaHa, a Kak MoJudu-
Upymoomias Jo6aBKa JJisd MOBBIIMIEHUS aKTUBHO-
CTH HUKeJIEeBOT0 KaTaJKu3aTopa.

[Tocae TecTupoBaHUS B pa3J/ioKEHUU MeTaHa B
TedeHre 300 MUH, KaTaJIU3aTOPbI ObIJIU UCCIE/0-
BaHbl MeTogoM CIM. PesynbraTel COM nogrBep-
KJAI0T TPUCYTCTBUE YIrJepofa B HUTEBUJHOU

dopme (puc. 5).
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B) Ni-Co/y-Al,0;
Puc. 5. C3M wmukpodortorpadpuu 006pa3LoB MocJe

WCIOBITAHUS UX B pa3joKeHUU MeTaHa B TeyeHue 300
MuH [13].

4. 3ak/jl0ueHue

TakuM 06pa3oM, yCTaHOBJIEHO, UTO 110 CpaBHe-
HHUI0O C MOHOMETAa/UIMYeCKMMHU KaTaJM3aTOpaMH
Co/y-Al,05, Ni/y-Al,0; 6uMeTa/IMuecCKUU 06pa-
3e1 Ni-Co/y-Al,O; nposiBiisieT 60/1€€ BBICOKYIO aK-
TUBHOCTb B peaKIu1 pa3JioKeHUs MeTaHa. MoHo-

MeTa/imdeckun Ni/y-Al,0; kaTasuzaTop GoJjiee
aKTUBHBIH 1o cpaBHeHUto ¢ Co/y-Al,0;. Okcup
KoGa/bTa He cjeAyeT pacCMaTPUBATh, KAK aK-
THUBHBIU IIEHTP pa3JioKeHUs METaHa, a KaK MOJIH-
dbunupyrouyto 106aBky. Haubosibiiass KOHBepPCUS
MeTaHa, U HauboJiblllee KOJUYeCTBO HUTEBUIHO-
ro yrjepoja HabJro/1a1uch Ha GUMeTaJINYeCKOM
katanusatope Ni-Co/y-Al,0;. [lo manHbiM CIM
Moaudunrponanue Ni/y-Al,0; okcuaoM Kobasb-
Ta NPUBOJUT K PABHOMEPHOMY paclpe/ieJIeHUI0
HaHOPA3MEPHBIX YaCTUI| aKTUBHOM (a3bl HA I0-
BEPXHOCTHU I'PaHyJI HOCUTEJIS B BUJl€ OJHOPOJHOU
JUCIepCUd. B mpucyTcTBUH GMMeTaJINYeCcKOTO
Ni-Co/y-Al,0; kaTtasusaTopa HaGJIIOJAETCS CH-
Hepruuecku apdekT, 06yca0BJeHHbIA GOPMHU-
poBanueM cnaBa Ni,CoO,. [Ipy aToOM npoucxoauT
o6JsieryeHre BOCCTAaHABJIMBAEMOCTH KaTaJU3aTo-
pa, KoTopoe obGecrneYyrBaeT POCT KOHIEHTPAI[UU
MeTa/JIMYeCKUX YaCTHUI — aKTUBHBIX IIEHTPOB,
YTO U MOXKET OBbITh NPUYMHOM MOBBILIEHUS KaTa-
JIUTUYECKUX CBOUCTB. Clle/IaHO MpeJnoJioKeHHe,
YTO yBeJMYeHHEe aKTUBHOCTH GUMeTaJIuYecKo-
ro KaTaJu3aTopa B pa3JioXKEHUU MeTaHa M0 CpaB-
HEHUI0 C MOHOMETa/JIMYeCKUMU KaTaJu3aTopa-
MU 00YCJIOBJIEHO C YBEJIUYEHUEM JIUCIEPCHOCTH
aKTHUBHBIX (a3 KaTa/M3aTopa, a TakxKe ob6pa3oBa-
HUEM HHUKeJb-KO6AJIbTOBOTO CIJIABA.
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Influence of interactions of components in
nickel-cobalt catalysts on their activity in
methane decomposition

M.M. Anissoval,
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J. Shaimerden?

Institute of Combustion Problems, Bogenbay Batyr str.
172, Almaty, Kazakhstan
2Al-Farabi Kazakh National University, 71 Al-Farabi
ave., Almaty, Kazakhstan

Abstract

The activity of low-percentage monometallic
and bimetallic catalysts supported on a y-Al,0;
support in the decomposition of methane has been
studied. It was determined that bimetallic (Ni-Co/
y-Al,03) catalyst is more active than monometallic
(Ni/y-Al,0;, Co/y-Al,0;). The highest methane
conversion and the highest amount of filamentous
carbon were observed on the bimetallic catalyst.
A complex of methods of scanning electron
microscopy, X-ray phase analysis, temperature-
programmed reduction by hydrogen has
established that the addition of cobalt oxide to the
composition of Ni/y-y-Al,0; leads to the formation
of surface bimetallic Ni-Co alloys. The formation of
alloys facilitates the reduction of the catalyst and
provides an increase in the concentration of active
centers. These changes have a positive effect on
the activity of the bimetallic catalyst.

Keywords: methane, decomposition, hydrogen, carbon,
catalyst, nickel oxide, cobalt oxide
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Axparna

v-Al,0;  TacbIMa/JaFbllIbIHA  OTBIPBIJIFHI-
3bLJIFAH TOMEH MNalbI3JblK MOHOMETa//bl >KoHE
O6uMeTaIIbl KaTaJu3aTopJapAblH 6esceHaiiri
MeTaHHbIH, bIIbIpAybIH/|a 3epTTei. bBuMeTanabl
(Ni-Co/y-Al,0;) KaTa/nM3aTOpP MOHOMETAJIIbIFA
(Ni/y-Al,0;, Co/y-Al,0;) kaparanga OeJsiceHni
€KeHJIri aHbIKTaJAbl. MeTaHHBIH, €H, >XOfaphbl
KOHBEPCUSACBI MEH XKIill Tapi3/li KeMIpPTEKTiH eH
KeIl MeJillepi 6UMeTalblK KaTaau3aTopaa Oai-
Kasiabpl. CkaHepJieylli 3JIEKTPOH/IbIK, MHUKPOCKO-
nus, peHTreH $asasblK TaliJay, TEMIEPATYPATIbIK

GaFmapJiaMajsilaHFaH CyTeriMeH TOTBIKChI3/IaHy
onmictepiniH KemeHiMeH Ni/y-Al,0; KypambiHa
KO0Oa/JIbT OKCUJiHIH KOCbLIybl OETTiK 6uMeTas-
aablK Ni-Co KopbITHasapblHbIH, Naiijla 601ybIHA
aJIbIN KeJieTiHi aHbIKTaAbl. OChbl Ke3/e KaTaau3a-
TOPJbIH, TOTBIKChI3ZIAaHYbI XeHinJen i, 6enceHi
OpTa/bIKTap/iblH KOHI€HTPALUSCbIHbIH, >KOFaphl-
JlayblH KaMTaMachI3 eTeni. Bys1 e3repictep 6ume-
TaJIIbIK KaTaJu3aTOP/AbIH 6esiceH/iliriHe oH acep
eTej|.

Kinm ce3dep: MeTaH, blibIpay, CYTEK, KOMIpTEK, KaTa-
JIU3aTOP, HUKEJIb OKCU/JIi, KOOAJNbT OKCUJI



