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OBIIAA XAPAKTEPUCTHUKA PABOTDBI
AKTyanbHOCTB padoThl. B HacTosIee BpeMs 3HEProyCTaHOBKU Ha OCHOBE HU3KO-

1 BBICOKOTEMIIEPATYPHBIX TOTUIMBHBIX JJIEMEHTOB C IPOTOH-00OMEHHOI MeMOpaHO#
(IIOM TD3) paccmaTpuBaroTCs Kak albTE€PHATHUBHBIC M HKOJOTMUECKH YHCTHIE
HCTOYHMKH IEKTPUUECKOM SHEPruu sl pa3IndHbIX NpuMeHeHui. TommBoM mst
[IOM T3 sBnsieTcst BOJOPOI WIM BOJOPOICOAEPKAIINi ra3, KOTOPbIEe MOTYT OBITH
MOJTy4EHBl, B YaCTHOCTH, NPH MOMOIIM KaTaluTHuueckoi napoBoit kouBepcuu (I1K)
KHCIOPOJCOACP)KAINX ~ OPraHMYECKHX  COEIWHEHHI. Tak,  momy4yeHne
BOJIOPOJICOICPIKAIIET0 Ta3a W3 METAHOJIAa W JAUMETHIIOBOro »dupa (JAMD) mis
nutanuss [IOM TD pnurenbHOe BpeMs MNPUBJIEKAeT 3HAUUTEIbHOE BHUMAaHHE
ucciaenosarenei. Iumerokcumeran (JIMM), Tak »xe kak wmertaHon u JIMD,
OTHOCUTCS K JIETKO TIOJTY4aeMbIM CHHTETHYECKUM KHCIOPOJCOAEpPKAIIUM
opranndeckuM coequHeHusM xumuu Cl. Ilpm HOpManbHbIX ycnoBuax MM
MPEACTAaBISIET COOON KHIKOCTb, M, CJIEAOBATENIBHO, €ro JIETKO XpaHUTb H
TpaHcnopTupoBatrs. CymiecTBeHHO, uTo [IMM sBisieTcs KOPpO3UOHHO-UHEPTHHIM
HETOKCHYHBIM ~ COEIMHEHHEM, KOTOpOE€ HAXOIUT pa3dudHOE NpPHUMEHEHHE.
[MpunuMas Bo BHUMaHHE 3TH (DAKTHI U pe3ynbTaThl HeAaBHuX padoT mo 1K JIMM,
MOXHO OXuaarh, 4to JJMM MoxkeT OBITH BecbMa IEPCHEKTUBHBIM HCXOTHBIM
CBIPBEM IIPH MOIYIEHUH BOIOPOICOAepIKaIero rasza aist nutanus [IOM TD.
Uccnenosanus [IK JIMM HaxonsaTcs Ha HayaJlbHOM JTare, W B OTOM
HaNpaBJICHUH WMEETCS JIMIIb HECKOJbKO paboT. CrellaHo IMpEeAIoyioKeHUe, 4YTo
IIPOLECC NPOTEKAET II0 IMOCIEN0BATEIBbHON KUHETHYECKON CXEME 4epe3 CTaaMIo
runpatanun IMM B Metanon u Qopmanbaerua u craaun 1K oOpasoBaBmmxcs
MeTaHoJa W (QopManplIeruia B Bojopoiconepkamuid ra3. s mposenenns [1K
JAMM  npennokeHbl MEXaHUYECKH CMELIaHHbIE KATAJIUTUYECKUE CHUCTEMBI,
COCTOSIIIME U3 KUCIOTHOTO KaTtanu3aropa rugparanuu JJMM u Menscoaepikaiero
karanmmzaropa [IK  wmeraHoma/popmanbaernma. OTH  CHCTEMBI  OKa3aliCh
J0CTaToyHo A(P(EKTHBHBIMU W B 3aBHCUMOCTH OT MPHPOJBI HCIIOJIH30BAHHBIX

KaTallM3aTOpOB 00eCIeYnBaId HOMHY0 KoHBepcHio JJMM 1 npOU3BOMUTEILHOCTD
-1-



no Boaopony 1.2-74 n Hyultrg, ™t npu Temneparype ~250°C. Opnako
MEXaHHYECKH CMEIIaHHBIC KaTATUTHYCCKHE CHCTEMbI HE YIOOHBI B OKCILTyaTaIluU
13-3a MPOOJIeM OpraHu3alMy PABHOMEPHO MEPEMEIIAHHOTO KATATUTHYECKOTO CIIOS
W BO3MOXXHOCTHM €ro pAacClOeHHs Ha OTACNbHBIC KaTalu3aTopel B XOZe
aKCIuTyaralu. budyHKIMOHATBHBIC KaTaIN3aTOPhI, COACPIKAIINE HA TIOBEPXHOCTH
OJTHOBPEMEHHO KaK KHUCIIOTHBIE TIEHTpBl i ruapatanun JIMM, Tak u
Meabcoaepkamue neHTpsl s 11K meranona u hopmanpaeruaa, sBistorcs Oomee
MEPCIICKTUBHBIMHU.

[lepeuncieHHbIe 0OCTOSATENBCTBA MO3BOJIIOT CYHTATh HCCICIOBAHHUA B OONACTH
noucka M pa3paboTku 3(PQPEKTUBHBIX OM(DYHKIMOHAIBHBIX KaTaln3aTOpoOB U
M3y4YeHHe UX CBOWCTB B oTHomleHuu peakuuu [IK JIMM B BomopoaconepsKamiuii
ra3 BeChbMa aKTyaJIbHBIMU.

Iean padoTsl — pa3pabdorka 3hHEeKTUBHBIX OM(DYHKIIMOHAIBHBIX KaTAIN3aTOPOB
peakuun IIK MM B BogopoAcoiepKamuii ra3 Uil HUTaHUS TOIUIMBHBIX
aneMeHTOB. OCHOBHBIMH 3aadaMi pabOTHI SIBIISUINCE:

- HccnenoBanue karamutHdeckux cBOUCTB y-Al,O3, CeO,/y-Al,03, ZnOly-Al,Os,
CuOl/y-Al,03, CuO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,O3 B yenosusix mporexanus 1TK
JAMM. BpeisiBieHHE pOJM KOMIIOHEHTOB KaTajlM3aTOPOB B MPOTEKaHUU 3TOMU
peakiuu,;

- UMsydyenne 3akoHOMepHOCTeH mporekanusa peakuuid IIK MM B
BoJIOpojicoiepkammii  ra3  Ha OudyHkumonanpHbeix CUO-CeOy/y-Al,O; u
CuO-ZnO/y-Al,O3 katanusaropax: BIHSHHE TEMIICPATYPBI, CKOPOCTH TIOTOKA H
COCTaBa PEaKIOHHON CMECH;

- W3ydenue npupojbl aKTUBHBIX HEeHTPOB Kartanmu3atopoB CuO-CeO,/y-Al,O; u
CuO-ZnO/y-Al,O3 koMITIIEKCOM PU3UKO-XHMHUECKHX METOIOB;

- UccnenoBanue kataautuueckux cBoiictB CUO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,O4
B otTHOomeHun peakuii I[IK wmeranoma wu JIMD. OreHka BO3MOXHOCTH
UCTOJB30BAHUS OTHX  KATaIW3aTOpPOB I CO3JaHHS ~ MYJIbTHTOIUIMBHOTO
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npoueccopa (reHeparopa BOJOPOJICOIEPIKAIEro ra3a, CllocOOHOTO HCIIOJIL30BaTh
pa3NuYHOe CHIphEe B ONM3KHUX PEaKIMOHHBIX YCIOBHSIX 0€3 CMEHBI KaTaln3aTopa)
MOJTy4eHUs1 BOJAOPOcoiepkaiero raza u3 JMM, IMD u metaHosa Jyisl MUTAHUS
[1OM TO.

Hayuynass HoBu3Ha paboThl. IlpoBeneHsl cHucTEMAaTHYECKHE HCCICIOBAHUS
rereporeHHoi karanutuueckoi peakuuu [IK JIMM B Bomoponconepxamuii ras.
[pennmoxensl  addektuBHble  Oudpynkuuonaspubie  (CuO-CeO,/y-AlL,O; u
CuO-ZnO/y-Al,0O3) KaTaTuTHYECKHE CHCTEMBI JJIst e ocyriecTrieHus. [lokasano,
YTO 3TH CHUCTEMBbI O00JIaJaloT BHICOKOW akTWBHOCTBIO B peaknuu [1K MM B
BOZOpOJACOepKamuii Ta3 ¢ Hm3kuM  comepkanmem  CO.  BrickazaHo
NPEANOJIOKEHHE, YTO KHCIOTHBIE LEHTPHI, THHYHble s y-Al,Os, sBistrOTCS
OTBETCTBEHHBIMHM 3a mnepBywo craguo IIK JIMM - rugpatauuto MM, a
MeIbcoepKalue LeHTpbl — 3a Bropyto craavio IIK JIMM, a umenno IIK
oOpasyrommxcss MeTaHosia M (QopManbieruja B BOJOPOJCOAEPXAIIMN ras.
[IpoBeneHO  COMOCTABUTENFHOE HCCICIOBAHWE AKTUBHOCTH  KaTalIH3aTOPOB
CuO-CeOy/y-Alb,O3 u CuO-ZnO/y-Al,O3 B otHOmmenun peakiuii 1K meranona,
JIMD u JIMM B Bomopoziconaepxamuii ra3. Ilokaszano, 4to OM(YHKINOHAIBEHBIE
katamuzatopel  CUO-CeO,/y-AlL,O; u  CuO-ZnO/y-Al,O3  mMoryr  ObITH
WCTIOJNB30BaHbI UIA oOecrieueHus: paboThl ’HEproycraHoBku Ha 6aze IIOM TD,
UCIOJIb3YSl B KadecTBe TorumBa meranos, JAMD wmu JMM s kartanuzatopa
CuO-CeO,/y-Al,03, u Metanon u JIMM st karanuzatopa CuO-ZnO/y-Al,Os.
IMpakTHyeckass 3HAYUMOCTH PadoOThL. Pe3yibTaThl HACTOSIIETO HCCIIENOBAHUS
UMCIOT TIPSAMOE OTHOINEHHE K pa3pabOoTKe MYIBTUTOIUIMBHOTO IIPOIIECCOpPa
(TeHepaTopa BOJOPOJACONEPIKAIICTO Ta3a, CHOCOOHOTO WCIIONB30BATh PA3IUIHOE
CBIpbE B OJIN3KUX PEAKIMOHHBIX YCIOBHUAX 0€3 CMEHBI KaTalnu3aTtopa) JUlsl TUTaHHS
BBICOKO- M HH3KoTemnepaTypHbix [IOM T3, ucrnoie3yss B KauecTBe TOIUIMBA
MM, JIMD, meraHon wind ux cMmecHu. [lo pesyapTatam pabOTHI MOJydeHO 2

narenTa P®D.



ITono:xeHusi, BBIHOCUMbIE HA 3ALIUTY.

1. Pe3ynbTaThl HCCIEAOBaHUS TeTepOreHHON KaTanutndeckoil peakuuu [1IK JIMM
B BOJOpoicolepXamuii  ra3 Ha  OMQYHKIMOHAIBHBIX  KaTaln3aTopax
CUO'CeOQ/’Y'Alzog " CUO'ZnO/’Y'Alzog.

2. PesynpraThl HCClieOBaHUS MPUPOALI aKTHBHBIX IEHTPOB OM(YHKIIMOHAIBHBIX
karanu3aropoB CUO-CeO,/y-Al,O3 u CuO-Zn0O/y-Al,O3, mosydeHHbIX ¢ TOMOIILI0
KaTaJTUTUYECKHUX HKCIIEPUMEHTOB U KOMILIEKCa (PU3UKO-XUMHUECKUX METOIOB.

3. PesynpraThl nccien0BaHMs TeTEPOreHHON KatanuTrdeckoil peakiuu [IK JIMD
¥ METaHOJIa B BOJOPOJACOAEPKAIINH Ta3 Ha OM(YHKIMOHATBHBIX KaTaaH3aTopax
CuO-CeOy/y-Al,03 u CuO-ZnO/y-Al,0s.

4. OueHka BO3MOXHOCTH TNpHMeHeHus KaTtanu3atopoB CuO-CeO,/y-AlL,O; wu
CuO-ZnO/y-Al,O3 st co3maHusi MyJABTHTOILIMBHOTO Mpoieccopa (TeHeparopa
BOJIOPOJICOJIEP)KAIIIEro ra3a, CIHOCOOHOTO HCIOJIb30BAaTh pPa3iIMYHOE CHIPhE B
ONMM3KMX PEaKMOHHBIX YCIOBHSAX 0€3 CMEHBI KaTalnn3aTopa).

JIuunblii BkJAA aBTOpa. ABTOpPOM OBIIM CHHTE3MPOBAHBl KaTalU3aTOPHI,
MOJIEPHU3UPOBAaHA SKCIIEPUMEHTANIbHAS YCTAHOBKA, IPOBEIEHBI KaTAINTHYECKUE
9KCTIEpUMEHTHI. VccenoBanne KaTaan3aTopoB GU3NKO-XUMHUUECKUMHI METOAAMH U
aHaAM3 TOJYYEHHBIX PE3yIbTaTOB IMPOBOJMINCH COBMECTHO CO CHEIMATHCTaMH
WNucturyra xatamuza CO PAH. Cowuckarens NOpuUHMMAand HEHNOCPEICTBEHHOE
yJyacTHe B IIOCTAaHOBKE 3ajad, OOpabOTKE OKCIIEPUMEHTANIbHBIX JaHHBIX,
00CY)XJIEHUH Pe3yJbTaTOB U HAIIMCAHUU CTaTeH.

Amnpodanusi padoTsl. Pe3ynpTaTthl paboTHl OBUTH MPEICTABICHE U 00CYXKIaIHCh
Ha II Poccmiickom konrpecce mo katann3y «POCKATAJIN3» (Camapa, 2014), Ha
2-0M MEXIyHapOJHOM KOHrpecce Mo 3Hepro3(h(eKTHBHOCTH U CBSI3aHHBIMH C HEH
matepuanamMu  «ENEFM» (Onymenus, Typmoums, 2014), ma Xl Espometickom
konrpecce no karanuzy EUROPACAT XII (Kazaub, 2015), Ha xoH(pepeHUUH
«AIChE Annual Meeting» (Conr-Jleiik Curtu, CIHA, 2015), na 16-om
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MeXayHaponHoM KoHrpecce 1o kKatammzy «lCCy» (Ilexmn, 2016), na X
Mexnaynaponuoit  koudepeniun  «Mechanisms  of  Catalytic  Reactions»
(Csetioropck, 2016), va IV MexIyHapOAHON HAYYHOH IIKOJIE-KOH(DEPESHIIUU IS
MoJoapix ydeHbix «Catalysis: from Science to Industry» (Tomck, 2016), Ha
YeTBEPTOH  BCEPOCCHIICKONH KOH(EpPEeHIMH ¢ MEXKIYHAPOTHBIM  ydacTHEM
«TomauBHBIE AIEMEHTHI U PHEPTOYCTaHOBKH Ha WX ocHoBe» (Cy3nans, 2017).
My6oaukanun. [lo pesympTataM TUCCEpTaMOHHON pabOTHI omybnukoBaHO 4
CTaThbH B POCCHUIICKMX M MEXIYHAPOIHBIX PEIIEH3MPYEMBIX JKypHANax, § TE3UCOB
JIOKJIaJJ0B Ha KOH(epeHIUsX, MorydeHo 2 narenra PO.
CTpykTypa u 00beM auccepTanuu. Jluccepranys COCTOUT U3 BBEACHUS, YETBIPEX
IJIaB, BBIBOJOB M CIHCKAa IUTHPYEMOH JIUTeparypsl, BKIouaromero 111 cceuiok.
PaboTta m3noxena Ha 112 crpanunax, comepkutr 9 Tabmunm u 22 pucyska, 1
MPUIOKCHHUE.
OCHOBHOE COAEPKAHUE PABOTBI

Bo BBeaennu 000CHOBBIBACTCS aKTyaIbHOCTD Pa0OTHI, (POPMYIIHPYETCS LENb U
OCHOBHBIE 3a]]a4¥ PabOTHI.

B I'naBe | (0630p nuTeparypbl) IpeICTaBIEHBl METOBI ITOJYyYEHHS, CBOMCTBA
n obmactu mpumenenus JIMM. Paccmotpensl mmreparypHble mganHble mo [IK
JIMM B BoJi0pocOAepIKaIIMiA Ta3 (KaTaJIu3aToPhL, YCIOBUS M KHHETHUECKas cXeMa
npoTekaHust peaknuu). CyMMHpPOBaHBI CBEICHHS O MPOTEKaHWH pEaKnuit
rugparanuu MM B metanon u popmansaerua u [TK o6pasyromuxcst mpoayKToB B
BOJIOpOJIcOAEpKalMil ra3. Dtu peakuuu siBisitorcest cragusmu [IK JIMM, u tem
CaMbIM HMEIOT HEIOCPEICTBEHHOE OTHOIIEHHEe K €€ mporekaHmio. Kparko
paccMOTpeHbl pe3ynbTathl ucciaemoBanuii mo [IK JIMD, HeoOxoaumbie [yis
aHaJ W32 BO3MOXKHOCTH WCIIOJIb30BAaHMSI OIHOTO M TOTO JK€ KaTajuu3aropa st
MYJIBTUTOIUIMBHOTO IIPOLIECCOpa MOIYYEHUs1 BOJOpoAcoAepkallero raza us IMM,

MCTaHOJIa U IIMB JJIA TUTAaHWUA TOIIJIMBHBIX 3JICMCHTOB.



B TI'maBe |l w3loXeHBI METOAWYECKHE BOMPOCH PadOTHL. B wacTHOCTH,
MPUBENCHHl METONWKH  TIPOBEICHUS  KATATUTUYCCKUX  OKCHEPUMEHTOB M|
MPUTOTOBJICHHS KaTanu3aropoB. OMUCAHbI MPHHIHUIBI HCIOJIB30BAHHBIX YIS
UCCIICIOBAHMS  KaTadu3aTOpOB  (U3UKO-XMMHYECKAX METOJOB, TaKHX Kak
TeMIepaTypHo-Tiporpammupyemoe Boccranosiienue (TIIB), m3mepenne ynenpHOM
nmoBepxHocTH, UHPpakpacHas crnekrpockonus (MKC), peHTreHodas3oBblii aHAIN3
(P®A), mpocBeumBaromas 3JICKTPOHHAS MHKPOCKONHS BBICOKOTO pPa3pEIICHHUS
(ITOSMBP), cxanupyromias IeKTPOHHAS MUKPOCKOIHS B PeXXHME TEMHOTO TIOJISI Ha
6ompnmx yrmax (HAADF-STEM) u sHepro-mucnepcHOHHBIH PEHTI€HOBCKHUH
mukpoananu3 (EDX). Wccnemosanus peakumu [TK JIMM, wmeranona u JIMD
MPOBOIWIA B IPOTOYHOM KBapLEBOM pPEaKTOpe MpH aTMOCHEPHOM [AaBJICHUU B
untepsane temneparyp 150 + 400 °C. Peakrop mpexcrasisun coboit U-o6pasuyro
TpyOKy C BHYTpeHHUM aumamerpom 4 + 8 mMm. J{ns omnpepeneHus KOHICHTpaIMH
BCEX BCIIECTB B PCAKIIMOHHON cMecu Obuta pa3paboTaHa xpomartorpaduyeckas
METOINKa, 00eCIIeUnBAIONIast M3MEpeHue KOHIeHTpauud H, 10 ypoBHS 102 06.% u
I[MM, IIM:), CHgoCHO, CHzo, CHgoH, CO, COz, CH4, Hzo nu N2 0 10_2 00.%.

B I'nage |11 npencrariensr Gu3nKo-XUMUYECKAE XapaKTCPUCTHKH U CBOCTBA
Hanbostee 3PEeKTHBHBIX OH(YHKIMOHATBHBIX Katanmn3zaropoB CuO-CeO,/y-Al,O
u CuO-ZnO/y-AlL,O3; B peakimu [IK JIMM B Bojopoacoaepxammii ra3. Jlis
COTOCTABIICHUS TAKXKE TMPHUBECACHBI (PUIUKO-XUMHUYCCKHE XAPAaKTCPUCTHKU U
KaTATUTHYECKUE CBOWCTBA B yeioBusx peakiu [TK IMM y-Al,O3, CeO,/y-Al,Os,
ZnO/y-Al,O3 u CuO/y-Al,O3. Ha ocHOBaHUM MOTyYEHHBIX AaHHBIX O0OCYKIAAIOTCS
3aKOHOMEPHOCTH U KHHeTudeckas cxema nporekanus 11K IMM; poiib kaxaoro u3
KOMITOHEHTOB KaTaJIM3aTOPOB B MPOBEIECHUH PEaKIMH; MNPHPOAA AKTHBHBIX
[EHTPOB MPEIOKEHHBIX KaTalH3aTOPOB; MEPCIEKTHRA UCIOIb30BaHus [IMM s
TIOJTy4eHHS BOAOPO/ICOIeprKaIIero rasa st mutanus [IOM TO.

B nwureparype [1-3] ObUIO BBICKA3aHO MPEAINONOKEHHE O TOM, YTO 3Ta

KaTaJIUTUYCCKasl pCaKUus MpOTCKACT 110 HOCHCHOBaTeHLHOﬁ KHHETHYECKON CXeMe:
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Ha MepBOH cramuM mnpoTekaeT ruaparauus (ruapomus) IMM B MeTaHON H
(opmanpaerun, Ha BTOPOH - mapoBasi KOHBEPCHS 00pa30BaBIIMXCS NMPOIYKTOB B
Bozopoacoaepxkamuii ra3. CO, Hamboyiee BEpOSITHO, 00pasyeTcs IO PEaKIHH
runpupoBanusi CO,. Ha ocHoBaHMM »3TOif cxeMbl B JaHHOH paboTe ObUIM
npeToKeHbl  OudyHKIMOHANBHbIe —KaTtanmu3aropsl  CuO-CeO,/y-Al,O; u
CuO-ZnO/y-Al,O3, KOTOpBIE Ha CBOCH MOBEPXHOCTH COACPIKAT KUCIOTHBIC IIEHTPBI
it tuaparanny JJMM B MeTaHon u GOpManbAeru 1 MeIbCOIepiKaIline IEHTPHI
g I1IK meranona u ¢opmanpaernia B BOAOPOACOAEpK AU ra3. beum m3y4eHs
KaTaJUTUYECKHE CBOMCTBA STHX CHCTEM C Pa3JIMUYHBIM COJICP)KaHHEM OKCHJIOB MEIH
n nepus/muaka. HanbGonee 3¢ ¢exTuBHBIME OKazanuch kartammszaTopsl 10 Bec.%
CuO - 5 Bec.% CeO,/y-Al,O3 u 10 Bec.% CuO — 5 Bec.% ZnO/y-Al,O3. s
JaJbHEHILEr0 HCCeIOBaHus ObUIM BBIOpaHBI MMEHHO 3TH KaTaln3aTophbl, jaaiee
o6o3nauennble kak CUO—-CeO,/y-Al,O3 u CuO-ZnO/y-Al,Os.

Ha Puc. 1 mpuBeneHsl TemmepaTypHble 3aBHUCUMOCTH KoHBepcuu MM u
KOHLIeHTpaiuu  npoayktoB  peakuuu  I[IK  JIMM, nporekaromed  Ha

OudyHKIHOHATBHBIX KaTanau3zaTopax CuO-CeO,/ly-Al,03 1 CuO-ZnOly-Al,Os.
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Puc. 1. Temmneparypusie 3aBucumocty koHueHtpauuii Hy, CO, u CO u xoHBepcuu
JMM mpu miporekannn peakiuu 11K JIMM Ha katanmuzaropax CuO-CeO,/y-Al,O3
(a) m CuO-ZnO/y-Al,O3 (6). VcnoBus peakiuu: P = 1 atm, cKOpOCTh MOAAYH
peakimonHor cmecu 10000 g, Cocras cmech, 06.%: JIMM:H,0:N, = 14:70:16.
Toukn — OSKCIEpUMEHTANbHBIC JaHHBIC, IITPHXOBBIC JMHHA — PaBHOBECHBIC
3HAYCHUS.
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Jlns  Bcex Karanm3aTtopoB B TemreparypHom wuHtepBaie 200 — 330 °C
OCHOBHBIMH Tpoaykramu peakumn ssisimmck Hp;, CO, m CO. B kadectBe
OPOMEXKYTOYHOTO  MpoaykTa  Habmiomamcst  meranon  (mpu  T<250 °C),
(opmasberu NpUCYTCTBOBAN B CIEJOBBIX KonmuecTBax. Konuenrpamun H,, CO,
n CO yBenmMYMBAIOTCS C POCTOM TeMIlepaTyphl, KoHBepcus MM Ttakke pacteT u
nocturaet 100% mpu 280-300°C. Tlpu stux ycioBusix CuO-CeO,/y-AlL,Os; u
CuO-ZnO/y-Al,0O3 kaTanu3zatopsl 0OecreunBaU TOTYYEHUE BOIOPOACOICPIKAIIEH
CMECH C MPaKTUIECKH OTUHAKOBOHM KoHIeHTpauuei H, (~60 06.%) u mmskoi (<1
00.%) xonnentpanueit CO.

Pesynbrarsl 110 akTUBHOCTH Katann3atopoB CUO-CeO,/y-Al,O3 u CuO-ZnOly-
AlLO;z B peakiuu TTIK JIMM ObLH COMOCTABICHBI C JIMTEPATYPHBIMH JaHHBIMH,
MOJYYCHHBIMH Ha MEXaHHWYECKH CMEUIaHHBIX KaTalnu3aTopax, COCTOSIINX H3
TUMAYHBIX KaranusatopoB ITK wmeranonma CuZnAlO, W pasinuuHBIX TBEPIBIX
kucior: NbOPOQOy, H-CNF u H-HSPRC (cm. Tabnuiy 1).

Tabnmuma 1. AKTHBHOCTH KAaTalM3aTOpPOB MapoBoi KoHBepcnu JIMM B
BOJIOPOCOIep KAIINIL ras3.

CxopocTh Cocran
Karamuzaropst T, fronasH emecn W (H), Cchuika
P °C | cmecn, | JMM-H,0- | 1 Hyo/(rerd)
/(T ar ) N,, 06. %
CuO-CeO,ly-AlO; | 300 16 14-70-16 16,5 Sra
CuO-ZnO/y-Al,0; | 300 16 14-70-16 15.5 pabora
CuZnAlO, +
24 4, .3-16.7- 1.2 1
NbOPO, 0 55 3.3-16.7-80 [1]
CuznAlO, +
H-CNE 240 21 3.3-16.7-80 52 [2]
CuZnAlO, +
H-HSPRC 240 32 3.3-16.7-80 7.4 [3]

Bupnno, 4to u OMQYHKUMOHAIBHBIE, U MEXaHHYECKH CMEIIaHHbIE CHCTEMBI
ABISIFOTCS 3 (EKTUBHBIMY KaTallM3aTopamHu Juist mpoBenenus peakiuu 11K JIMM B

BOJIOpPOACOJep)KaIMi ra3. B To ke Bpems OnpYHKIMOHAIBHBIE KaTaln3aTOPBI
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obecrieunBaroT 60JIee BHICOKYIO POU3BOAUTENBHOCTH 110 Hy (~16 1 Hz-rKaT'lq'l) o
CPaBHEHUIO C MEXaHMUYECKU CMEIIaHHBIMH CUCTEMaMHU. DTO 00YCIOBJICHO TEM, YTO
koHueHTpamusa JIMM B peakimoHHo# cMecu B skcnepumentax no IIK JIMM na
Ou() yHKIIMOHAIIBHBIX KaTAIM3aTOpax ObLIa BBIIIE, YeM B OMbBITaX HA MEXaHUYECKH
CMEIIIaHHBIX CHCTEMAaX.

60 IIJ'IE[ BBIABJICHU A poan

——t = —[ 100 kommoneHToB  CUO-CeOy/y-AlL,O3 u

2 |- ——y-ALO, Lo «  CuO-ZnO/y-Al,O3  cucrem,  ObuIH
3 401 ——CeOp-AID, |
g lg o MccmenoBauel  obpasuel  7-Al,Oj,
3
g =
% _ CHOH :’l,- CeoZ/’Y-Alzog u ZnO/'Y-A|203 B
40 o
Z 20 z
I
S Ho £ YCIOBHAX mHpoTrekaHus peakiuu 1K

20

JMM. Ha Puc. 2 mnpencraBiicHbI

0
150 200 250 300 TEMIICPAaTyYpHbIC 3aBUCHUMOCTH

Temnepatypa, C xoHBepcun JIMM H KOHIEHTpauuii

Puc. 2. TemneparypHble 3aBUCHMOCTH  MeTaHojla H  (opMalibierujga Ha
KOHIIEHTpALMi MeETaHoJa "
tdopmanpneruga u KoHBepcuu JMM
Ipyu MPOTEKAHWU PCaKIUNU TUuaparaluu Ceozlfy-A|203 OTMeTI/IM, qTo
IMM na y-AlLO; u CeOy/y-AlOs.
VYcmoBust skcnepuMmenToB. P = 1 arwm,

CKOpPOCTB 1110)1aq1/1 PCaKIMOHHON CMeCH ZnO/y-Al,04 GBUTH HICHTUYHEI
10000 4~. CocraB cmecu, 00.%:

KaTaJau3aTopax 1-AlLO3 u

TEMIICPATYpHbIC 3aBUCUMOCTHU I

JIMM:H,0:N, = 14:70:16. Touku —  TaKOBBIM st CeOa/y-Al,Os.
3KCHepI/IMCHTaJ'[I)HBIe JaHHBIC, OCHOBHI)IMI/I HpOI[yKTaMI/I peaKHI/II/I
ITPUXOBBIC JIMHUA  — paBHOBECHBIC

3HAUCHUSL. Obut  MeTaHoNn W (opMabICTHI.

Takum o6pazom, B ycnoBusix [IK IMM na y-Al,03, ZnO/fy-Al,03 u CeO,/y-Al,03
mpoTeKaeT peakius ruapatanuu JJMM B MetaHos U hopMalbIeTua. ITa peakius
SBISIETCA  TUINMYHOM  peaklUed KUCIOTHO-OCHOBHOTO —KaTtanmu3a. [losToMy
€CTECTBEHHO MOJIaraTh, YTO B HAIIIEM CIIy4ae KUCIOTHBIC ICHTPBI, THIIUYHBIC IS
v-AlL O3, otBeyarot 3a ruaparanuo JIMM B MeTaHos U (GOpMaIbIETrUa — HEPBYIO

craguto [IK IMM B Bogopoacoaepxaniuii ras.
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B ciyuae meapconepxamux katanuzaropoB CuO/y-Al,Oz, CuO-CeOyfy-Al,Os 1
CuO-ZnO/y-Al,O3 ocHoBHBIME TipoaykTamMu peakuuu [TK JIMM sBrstotes H,,
CO, u CO, B ornuune ot y-AlL Oz, CeO,/y-Al,O3 u ZnO/y-Al,O3, Ha KOTOpPBIX
nporekaer ruzppatamus JAMM. Otun  QakThl CBHAETENLCTBYIOT O TOM, 4YTO
kataautuueckas akTuBHOCTH CUO/y-Al,Os;, CuO-CeO,/y-Al,O; u CuO-ZnO/y-
Al,O3 obecrieunBaeTcss HATMYUEM KUCIOTHBIX IIEHTPOB yY-AlbO3, OTBETCTBEHHBIX 3a
rugpatamuio  IMM, u Meabcoiepxallux ILEHTpOB, OTBeTcTBeHHbIX 3a [IK
MeTaHoda W (Qopmampneruaa. I[lo  CymiecTBY TONy4YeHHBIE  pEe3YIAbTATHI
MOATBEPKAAIOT, UTO HUJIEsl O TOCIEeI0BATEIbHON KMHETUYECKON cXeMe MPOTEeKaHUS

IIK MM B Boaopoacoaep K aiui

10 S — ras, npemioxeHsnas B [1-3], aBugercs
te—eeee
"~ JIOCTaTOYHO 000CHOBAHHOM.
8 I N 1502
N
"te 9 Ha Puc. 3 HPHMBEIEHBI

—=— CUOK-ALQO,
—e—CuO-CeO,/y-AlO,
——Cu0-ZnOiy-Al,0,

o
1
1

N

o

kourentpauud H, u CH3;OH mHa
BEIXOJIC M3 peakTopa OT BPEMEHU

akcriepuMenTa npu npotekanuun [1K

KoHueHTpaumus CH3OH, 06.%
8
KoHueHTpauus Hy,

\

\

!

\
!
\
\\

JMM Ha karammzatopax CuOfy-
0 1 2 3 4 5 6 7 8 A|203, CuO-CeOZ/'Y-A|203 u

Bpems akcriepumenta, 4 CuO-ZnO/y-Al,0s. Buano, 4TO

Puc. 3. 3aBucuMOCTH KOHIIEHTpaLUi
METaHOJa M BOAOPOJa OT BPEMEHH
SKCIEpUMEHTA pu OPOTEKAHWM  KaTalu3aTopoB B TEPBBIA  Hac
peakmmu [IK JIMM nHa CuOly-Al,Os,
CuO-CeO,/y-Al,O;3 u CuO-ZnO/y-
Al,O3. YcnoBus skcrepuMenToB. P =1  oaMHAaKoBa MX Ha4albHas aKTUBHOCTE.

kourentpanuu H, u CH3;OH mus

OKCIICpUMEHTA OJWHAKOBBEI, T.C.

atm, T = 280°C, cxopocte nosaun BMmecte ¢ Tem, mis KaTtammzaTopoB
peakuronHo# cMecu 10000 ™. Cocras ’ p
cMecH (06.%):  CuO-CeO,/y-AlL,O; u CuO-ZnO/y-

AMM:H,O:N, = 14:70:16. Al,O; xoununenrpanuu H, u CH3;OH

OCTAKOTCA MOCTOAHHBIMU HaA MPOTAKECHUU BPEMEHU SKCIIEPUMCHTA, B TO BPEMSA KaK

kouneHrpauust H, gus CuO/y-Alb,O; ymenbmaercs ¢ 60 10 4006.%, a
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KOHIICHTpanuss MeTaHona yBenmuuBaercs ¢ 0.4 1o 4 00.%. DTu naHHBIE JaroOT
OCHOBAHWsI CUNTATh, YTO KUCIOTHBIC EeHTPHI Y-Al,O3, 0TBETCTBEHHBIE 32 PEAKITHIO
rugparanuu IMM B MeTaHO U GOpManbaeru]], OCTaloTCs CTaOMIbHBIMU JUIsl BCEX
KaTaJM3aTopoB, B TO BpeMsl KaK MeIbCOJIEp)Kalllie LEHTPhI, OTBETCTBEHHbIC 3a
npotekanne peaknuii [IK meranoma u ¢Gopmanbaeruaa, ocTaloTcs CTaOUILHBIMH
st CuO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,O3 u tepstior aktuBHOCTh st CuO/y-
Al,O;. U3 monydeHHBIX pe3ynabTaToB cieayer, uto Cu-coaepikaiiue [EeHTPbhI
karanusaropa CuO-CeO,/y-Al,O; u CuO-ZnO/y-AlLO; crabunusupyrorcs B
npucyrctBun CeO, 1 ZnO, COOTBETCTBEHHO.

Takum o6paszom, Hammane CuO (Cu), CeO, m ZnO B cocraBe HaHECECHHBIX Ha
v-AlL,O3 MenHO-UEepHEeBbIX U MEAHO-IIMHKOBBIX KATATH3aTOPOB MPUHIUIIHAIBEHO
BOXHO Uil OOeCIedeHHs] WX KaTaluTHYeCKuX CBOUCTB. Ilo-BuamMmomy, oHH
CBsI3aHBI C OJHOBPEMCHHBIM MPHUCYTCTBHEM KHUCIOTHBIX IeHTpoB Y-AlLO; u
MeIbCOAEPKALIMX IICHTPOB, OTBEYAIOIIMX, COOTBETCTBEHHO, 3a IIPOTEKAHUE
runpatanur JIMM 1 napoBoil KOHBepCcUH MeTaHoua B (JOpMabIerHa.

IMpu momomy (GHUINKO-XUMHUIECKAX METOIOB ObUIa TPEANPHHATA IIOTBITKA
BEIICHUTD TIPUPOILY akTHBHBIX 1eHTpoB CUO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,03
kataiauzaropoB. Meromom HKC ompeneneHa npupopa KHUCIOTHBIX IIEHTPOB Ha
noBepxuoctd CuO-CeO,/y-Al,03 u CuO-ZnO/y-Al,O3 cucrem. Ilokaszano, 4to
MTOBEPXHOCTHBIC KUCIOTHBIE EeHTphl Y-Al,O3 mpencTaBisior co6oi IHIONCOBCKUE
KHACJIOTHBIE IICHTPBI C CHIIOW, XxapakTtepu3yromeiics Q, = 30 xJ[x/Monb,
KOHLIEHTpaLMsl KOTOpBIX Bapbupyercss B mpenenax 60240 umonb/ry,, B
3aBHCHMOCTH OT COCTaBa KaTaji3aropa.

Jliist GoJtee aeTanbHOro MecieaoBanust Mopgoorun u crpykrypsl CuO-CeO,/y-
AlLO; u CuO-ZnO/y-Al,O3 xaranuzaTtopoB ObUIM HpUMeHEHBI MeTOABI IIDMBP,
HAADF-STEM u EDX. Ha Puc.4 npuBeseHbl MHKPOCHHMOK, MOJYYECHHBIN
meronmom HAADF-STEM, u EDX-xaprtupoBanme Cu m Ce mis xatamusaTopa
CuO-CeO,/y-AlL,O3; mocne peaknuu IIK JIMM. Ha wmuxpocuumke (Puc. 4a)
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HaOroatoTCes 1aBe oOiacT: mepBas (oTMedeHa Iudpoit 1), mpeacrariser coOoit
armomepatsl pazmMepoM 80-100 HM, B KOTOPBIX OIHOBPEMEHHO MPHUCYTCTBYIOT
MeJIbCOEPIKAIIIE YACTUIIBI U YaCTHILIBI OKCHJIA liepHs, BTopas (oTMeueHa 1udpoii
2) - arioMmepaTthl NPHUMEPHO TAKOTO K€ pa3Mepa, KOTOpPbIE MPEHMYIIECCTBEHHO
COCTOAT M3 MEIbCOIEPKALIMX YacTUL. AHalW3 3JIEMEHTHOTO COCTaBa ITHX
arnoMeparoB (y4acTKoB, OTMeueHHbIX Imbpoit 1) mpu momornu metoma EDX

MO3BOJIMJI 3aKJIKO4YUThb, YTO OHHU HCEINOCTOAHHBI MO XHUMHUYECKOMY COCTaBy H

cozepKat Melb U 1epuii B aToMHOM oTHoIeHuu Cu/Ce = 1+2.

Puc. 4. Mukpocaumok  HAADF-STEM  (a) u  EDX-xaprupoBanue
(pacmipenenenune) Cu (6) u Ce (B) mia karammszaropa CuO-CeO,/y-Al,O3 mocie
mpoBeneHuss peakuuu [IK JIMM. 1 — ob6mactu, rne Cu m Ce mpHCYTCTBYIOT
OJTHOBPEMEHHO, 2 — 0011aCTH, Iie B OCHOBHOM npucyTcTByeT CU.

Ha Puc. 5 npexcrasiensl pe3ynbTarsl, nonydeHHsle meromamu HAADF-
STEM-mukpockormn u EDX-criektpockormu, uis karanuzaropa CuO-ZnO/y-

Al,O3 nmociie peakimu ITK IMM.

Puc. 5. Mukpocaumku HAADF-STEM (a,0) u EDX-ciekrp (B) BBIAEICHHOTO
yuactka Juis karanuzatopa CuO-ZnO/y-Al,Oz mocne peakiuu [TK JIMM.
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Ha HAADF-STEM-cuumke (Puc. 5a,0) mabmonanuce kak kpymnssie (~50-80
HM), Tak U Mmenkue (~20 HM) armomepatsl (Oemsie msiTHa). EDX-amamms stmx
ariomeparoB (Puc. 5B) moKkaswIBaeT, 4To aToMHOE oTHONIEHHe Cu/Zn = 2.

Ha ocHOBaHWM TONYYEHHBIX MAaHHBIX MPEUIOKECHBI MOJCITH 00pa3loB
CuO-CeOy/y-Al,O3 1 CuO-ZnO/y-Al,O3 mociie BOCCTAHOBICHHS W TIPOBEICHHS
peakiuy, C Hamedl TOYKM 3peHHs, Kak HauboJiee TOYHO OTPAKAIOIIUC
«paboTaroruey karanu3atopsl npu npotekannu [IK IMM. Urak:

- oba Karammzatopa SBISIOTCA OM(YHKIIMOHATBHBIMH M COJAEp’KaT Ha CBOEH
MOBEPXHOCTU KHUCIIOTHBIC W MEIBCOJNICPXKANIUE IICHTPBI, KOTOPhIE MOTYT OBITH
OTBETCTBEHHBI 3a NpOoTEeKaHuWe peakuud ruapatauuu MM B MeTaHon H
dopmanpaerun u IIK oOpasoBaBmuxcs MeTaHona u  (opManpaeruaa B
BOJIOPOJICOJICPKAIIUH ra3, COOTBETCTBEHHO;

- a7 00OWX KaTaln3aTOPOB KUCIOTHBIE HEHTPHI SABISIOTCA TUIHYHBIMHU IS
1-AlLO3;

- B karanuzarope CuO-CeO,/y-Al,O3 IpUCYTCTBYIOT MEBCOEPIKALIUE [IEHTPBI
JIBYX THUIIOB, KOTOPbIE MPEACTABISAIOT c000i HaHeceHHbIe Ha Y-Al,O3 KOMIakTHBIE
arnomepatsl (pazmep ~80-100 HM), cocTosiMe€ W3 BBICOKOAUCIIEPCHBIX YACTHII
METaJUTMYECKOW MEIT M OKCHJIA IIEPHS U TOJBKO U3 METAIUTHYECKON MEITH;

- B karanm3atope CuO-ZnO/y-Al,03 Menbpcomepxkaiiue HeHTPhI MPEACTABISIOT
co0oif KOMMakTHBIC arjomepathl (pasmep 20-80 HM), cocrosimue U3
BBICOKOAUCIICPCHBIX YaCTHUI] METAIUTMYECKON MEIT M OKCHJIA IMHKA.

B I'nase IV mpencraBieHsl pe3ynbTaThl UCCICIOBAHUN MPOTEKAHHUS PEaKIUit
IIK meranona u JIMD Ha karanuzatopax CuO-CeO,/y-Al,0; u CuO-ZnOly-Al,Os.
ComnocraBiieHBl CBOWCTBA ATHX KaTtaiam3aTopoB B peaknuax [1K meranoma, [IMO u
JIMM. OOGcyxmaercs BO3MOXHOCTb HMX  HCIIOJB30BAaHHS Ui CO3IAHHS
MYJIBTHTOILUIMBHOTO IPOIIECCOpa MOTYyICHUST BOAOPOACOaepxkKaIiero raza u3 JJMM,

JAMD u metanona st mutanus [IOM TO.
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Mertanon, M3 u JIMM oOTHOCATCS K POJACTBEHHBIM JIETKO IOIy4aeMbIM
CHHTETHYECKAM KHCIOPOACOACPKAIINM OpraHHYecKnM coennHeHussM xumun Cl.
OTH COeAMHEHHs MNpeaaraeTcs HCIOJb30BaTh B KAueCTBE CHIPhS (IIEPBHYHOTO
TOIJIMBA) JUIS IOJYYEHHsS! BOJOPOJICOJEPIKAIIEro ra3a sl NMUTaHUS TOIUTMBHBIX
aneMeHToB. CuuTaercs, 4To OJHMM H3 Haumboyiee APPEKTUBHBIX CIOCOOOB
MOJIy4€HHUsI BOJIOPOJICOIEPIKAIIEro ra3a u3 metanona, [IMO u IMM sBnsercss ux
napoBas kouBepcusa. CojepkaHue BOJAOPoa B pacuere Ha | T peakIMOHHOW CMecH
it ITIK torumBa cocrasisier Onumskue 3HadeHws 0.11-0.12 r H,. IlpuHumast Bo
BHUMaHHE 5TH (aKTbl, BO3HHUKAECT 3aKOHOMEPHBIH BONPOC O BO3MOXKHOCTH
pa3paboTKH MYJIBTUTOILIMBHOTO IPOIECCOpa — TeHepaTopa BOAOPOICOIEPIKAIIETO
rasa CHocoOHOTO HCIONB30BaTh PA3IUYHOE CHIPbe B ONM3KMX PEAKIIMOHHBIX
ycioBusX 0e3 CMEHBI KaTalln3aropa.

B xauectBe mpumepa Ha Puc. 6 mpuBeneHBI TeMIepaTypHBIE 3aBHCHMOCTH
KOHBEpCUU U KOHIEHTpauuit mnponaykroB peakuuii IIK Meranoma u JMD,

npoTtexkaromux Ha karanuzatope CuO-CeO,/y-Al,Os.
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Temneparypa, C

Temnepartypa, C

Puc. 6. TemneparypHbie 3aBUCUMOCTH KOHBEpCHil MeTaHoa ¥ JIMD u KoHIIeHTpannit
Hy, CO; m CO u npu mporekanuu peakiuu I[1K meranona (a) u MO (06) Ha
karanuzarope CuO-CeO,/y-Al,Os. Yenosust peakiuii: P = 1 atMm, ckopocTs noaavu
peaknuonHoi cmecu 10000 g, Cocras cmecH, 06.%: CH3OH:H,O:N, = 40:40:20;
JAMD:H,0:N, = 20:60:20. Toukn — SKCIEpUMEHTAIBHBIC TAaHHBIE, IITPUXOBBIC JTMHAN
— pPaBHOBECHBIC 3HAYCHUSL.
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Jist 06eunx peakuuii pu temneparypax 200 — 370 °C 0CHOBHBIME MPOLYKTaMU
peaxunu sBisuck Hy, CO, m CO. Konnentpamun Hy, CO, 1 CO yBenmauBaroTcs ¢
POCTOM TeMIepaTyphl, KOHBEPCHU MeTaHoja u JIMD Takke pacTyT U JOCTHTalOT
100% npu 300 m 365°C, coorBercTBeHHO. [IpM 3THX YCIOBHSX KaTain3aTop
CuO-CeOy/y-Al,03 obecrieunBan MOMydeHHE BOJOPOICOMACPIKANICH CMECH ¢
MPAaKTUYCCKA OJWHAKOBOW KoHIeHTparmed H, (~60 00.%) u Huskon (<1 00.%)
koHneHTpanueit CO.

B Ta6nure 2 conocrasinenst cBoiictBa CUO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,04
karanu3atopoB B peakuusax [IK meranona, IMD u IMM B BOAOpOICOAEpKAIIMIA
ra3, a UMEHHO Temmeparypa 7 (mpu KOTOpPOW HAOIOAANU MOJHYIO KOHBEPCHIO
meranosa, JIMD wu JIMM), xoHuentpaumu H, w CO B mnomydaemom
BOJIOPOJICO/IEPIKAIIEM Ta3e U TPOU3BOJMTENBHOCTh 10 Bojopoiy (Wy,). Bumno,
yro Ha karanuzatope CuO-CeO,/y-Al,O; monHas kouBepcust MeraHona, JIMD u
JIMM nocturaercst, coorsercrBenHo, mpu 300, 365 u 300 °C. B T0 ke Bpemst, ist
katamuzaropa CuO-ZnO/y-Al,O; mosiHas KOHBEPCHsS JOCTHUTACTCS TOJBKO ISt
metanona u JIMM mipu Tex ke Temneparypax. [Ipu 3ToM BHE 3aBUCUMOCTH OT THIIA
ChIpbsi 00a Karamu3aropa OO0ECHEYMBAIOT IOJy4eHHE CMECH C MPaKTHYECKH
onuHaKoBOM KoHueHTpammed H, (~60 00. %) u Hmkod (<100. %)
kxonneHTpamueii CO. IocnemHee 00CTOATENBCTBO SBISETCS BaKHBIM, ITOCKOIBKY
MOJTy4aeMBI BOJOPOACOAEpKAIINi Ta3 mpHu nporekanuu peakiuii [IK meranona,
IMD u JIMM na CuO-CeO,/y-Al,03 u TIK mertanona u JIMM Ha CuO-ZnOly-
AlLO; 6e3 kakoi-mu6o ounctkn or CO MOXKHO HCIIONIBL30BaTh IS THTaHHUS
BbIicOKOoTeMIieparypHbix [IOM TD. [Ins nutanus HuskotemnepaTtypusix [IOM TO
HeoO0XoarMa JOOUYNCTKa BOIOpoacoaepxkamiero raza ot CO mo yposHs 10 M.1., 9TO
MOXHO [IOCTHYb CEJCKTUBHBIM OKHCICHHEeM win MeraHupoBanuem CO, MHHYs
cramuto mapoBoii kouBepcuu CO. IpoumsBoautensHOCTh, TO H, kaTamusatopa
CuO-CeO,/y-Al,03 B peaknusx IIK meranona, MO u JIMM u kartanuszaropa

CuO-ZnOly-Al,03 B peaknusx MK meranona u JIMM oka3piBaeTcst OIU3KOU U
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cocraBisger ~151 HZTKaT'lq'l (Tabnuna 2). CnemoBatenbHO, st 0OeCHEUCHUS
pabotel sHeproyctaHoBkM Ha 06a3ze IIOM T3 wmommuocteio 1 kBt mpm
KCIIOJIb30BAaHUM B KayecTBe TOIUIMBA MeraHona, JIMD wmu JIMM HeoOXxoaumo
~50r karammsaropa CuO-CeO,/y-Al,O; m TO e KOJIMYECTBO Karaausaropa
CuO-ZnO/y-Al,0O3 st MmeTanona u JIMM.

Ta6mumna 2. Ceoiicta katanuzatopoB CuO—-CeO,/y-Al,O3 1 CuO-ZnO/y-Al,04

B peaknusax IIK meranona, JIM3 u JIMM B BojgopojcoaepKaimii ra3. YcioBus
3KCIIEPUMEHTOB: P = 1 aTM, CKOPOCTB MOZ[a4uH peakMoHHOM cMecn = 10000 u™

Konnentpanus,
T, W (HZ)v
Peaxuus Karanuzarop 00.%
°C 1 Ho/(Tard)
H, CO
TIK CUO'CeOQ/’Y'A|203 300 61.5 0.7 15
MeTaHoJIa CuO-ZnOly-Al,04 59.4 0.9 15
CuO-CeO,/y-AlL,O3 | 365 60 1 15
K M3
CuO-ZnO/y-Al,05 | 350* HecTaduiIeH
CUO'C902/Y'AI203 59.4 0.5 155
K MM 300
CuO-ZnOly-Al,03 60.5 0.9 16.5

*TeMreparypa OKCHEPHMEHTa, IIpH KOTOPOHl KaTalnu3aTtop OKasbIBaJcs
HecTaOMIIBHBIM U 00ecrieurBal HayalbHylo KoHBepcHio [IMD ~40%.

OrmeruM, urto kataimmzatop CuO-CeO,/y-Al,O; mo3Bossier HCMOIB30BATH
cbipen! (T.e. HEOYHMIICHHBIH NpoaykT) MeraHoda, JAMD u JIMM mns nomydeHus
BOJIOPOZACOJIEPXKAILEr0 Ta3a, IOCKOJIbKY OOECIedYMBacT NPOTEKaHHWE MapOBOH
KOHBEPCUHU OTHX TOIUIMB B OJNM3KHMX PEAKIHOHHBIX YCJIOBUSAX. DTO, OUYEBHIHO,
MI03BOJISIET UCKIIIOYUTh OUUCTKY MeTaHoa, JJMO u JIMM npu UX NpOMBIIIIEHHOM

IMPOM3BOACTBE U TEM CaMbIM YMEHBIINUTH CTOUMOCTD 3THUX TOILJIMB.
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OCHOBHBIE PE3YJIBTATBI X1 BBIBO/IbI

1. TIpoBedeHbI CHCTEMATHYECKHE HCCICNOBAHUS T€TEPOTCHHON KaTalHTHYECKOi
peaKiHMy MapoBOH KOHBEPCHUHM JUMETOKCHMETaHa B BOJOPOACOICPIKAIIMKA Ta3.
YCTaHOBIIEHO, YTO 3Ta PEaKLMsl IPOTEKAET 10 MOCIENOBATEIbHON ABYXCTaIMHHON
cxeme: ruapataius MM B meraHon U GopManbIerHI M MapoBas KOHBEPCHS
obpasoBaBmIerocss MeTaHosa W (QopMaipleryia B BOJOPOJCOACpKalIMil ras.
[TokazaHo, YTO AMMETOKCHMETaH, TaKKe€ KaK METaHOJ W JAUMETWIOBBIH 3dup,
SIBJISICTCS] BECbMa MEPCICKTHBHBIM CHIPBEM VIS MOJYYCHHS BOJOPOCOICPIKALIETO
rasa Uil IHMTaHUS HHU3KO- M BBICOKOTEMIICPATYPHBIX TOIUIMBHBIX 3JIEMEHTOB C
MPOTOH-00MEHHOI MeMOpaHOii.

2. BrepBele INpeyOKEHBl aKTHBHbIE UM CENICKTHBHBIC OH(DYHKIMOHAIBHBIC
kataiauzatopsl CUO-CeO,/y-Al,03 u CuO-ZnO/y-Al,O3 s mapoBoii KOHBEPCHH
JMMETOKCUMETaHa B BOJOpocoaepxKamuii ra3. [loka3aHo, 4TO 3TH KaTalu3aToOpbI
obecrieunBator mpu 300 °C MPOM3BOAUTENBHOCTD 1O BOAOPOLY ~16 11 Ho Ty ™
Opyu  TOJHOM  KOHBEPCHMM  JMMETOKcMMeTaHa W cojepkanun CO B
BOJOpOJCOaepIKalIeM raze MeHee 1 06.%, 4To HHKe PABHOBECHOTO 3HAYCHHSI.

3. Ilpu momoum (U3MKO-XHUMHYECKHX METOIOB WU KAaTAIUTHYECKHX DKCIEPUMEHTOB
YCTaHOBJICHA TPHPOJA AKTHBHBIX IEHTPOB OH(YHKIHOHATIBHBIX KaTATH3aTOPOB
CuO-CeO,/y-Al,O3 u CuO-ZnO/y-Al,O3, OTBETCTBEHHBIX 3a MAPOBYI0 KOHBEPCHIO
InmeTokcuMerana. [Ioka3aHo, 4To KUCIOTHBIEC HEHTphI, THondHble 11 Y-AlL O3, n
arJoMeparsl COCTOSIIME W3 BBICOKOIMCIEPCHbIX yacthi Memu U CeO, wmu ZnO
OTBETCTBEHHBI, COOTBETCTBEHHO, 33 IPOTEKAHHWE THAPATALIMN JTMMETOKCUMETaHa B
METaHONT W (QOpPMAJbACTHJ M MAPOBY0 KOHBEPCHIO OSTHX COCAUHCHHHA B
BOJIOPOJICOICPIKALINH ra3.

4. Usyuensr cBoiictBa mpemiokeHHbix CUO-CeOy/y-Al,O; u CuO-ZnO/y-Al,O3
KaTalU3aTOPOB B OTHOIICHWM pEaKI[Mii MapoBOH KOHBEPCHH METaHOJIa W
JUMETHIIOBOTO 3¢hupa. OOHAPYKEHO, YTO METHO-LIMHKOBBIN KaTaIH3aToOp SBISCTCS

BechbMa 3(PPEeKTUBHBIM TOJIBKO B IMapOBON KOHBEPCHH METAHOJIA, TOTJa KaK MEIHO-
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[EPUEBBIA KaTaM3aTOP B MApOBON KOHBEPCHU METaHOJA M TUMETUIOBOTO ddupa.
B uactHOCTH, OH OOecmeumBai, cooTBercTBeHHO, Ipu 300 m 365 °C momHyIO
KOHBEPCHIO METAHOJIA ¥ JUMETHIIOBOTO 3(hUpPa, IPOU3BOIUTEIBHOCTD M0 BOIOPOIY
~15 1 Hyrgy -9 w0 HU3KY0  KoHUeHTpaimio CO B moiydyaeMoMm
BOJIOPOJICOIEpIKAIIEM Ta3e.

IlpoBemenbl  aHanu3  cBoiictB  karamusaropoB  CuO-CeO,/y-AlL,O; u
CuO-ZnO/y-Al,O3 B oTHOIIEHHN peaKIUii TAPOBON KOHBEPCUH TUMETOKCHMETAHA,
METaHONa ¥ JOUMETHIOBOTO 3(Gupa B BOJOPOJICOMACPXKAIIMA Ta3 M OICHKA
BO3MOKHOCTH MPUMEHCHUS ITHX KaTaJIH3aToOpOB UL CO3/IaHUs
«MYIBTUTOIUIMBHOTO TIpoIieccopa» (TeHepaTropa BOJOPOJCOICpIKAIIEro rasa,
CIIOCOOHOTO KCIOJIb30BATh PA3IMYHOC CHIPhE B OMU3KUX PCAKIIMOHHBIX YCIOBHUSIX
0e3 cMeHbI KaTanm3atopa). [loka3aHo, 4To MEIHO-I[EPUCBBIA KaTATU3aTOP SBIISCTCS
BecbMa 3()(HEeKTUBHBIM IS MCIIOJIB30BAHUS B «MYJIBTHTOIUIMBHOM IIPOIIECCOPE,
50 r 3TOTO KaTalM3aTopa JOCTATOYHO JIisl 0OecedeHus: paboThl SHEPTOYCTAHOBKU
Ha OCHOBE TOIUIMBHBIX JJIEMEHTOB MOIIHOCTRIO | KBT mpu wWcmoms30BaHWM B
Ka4yecTBE TOIUIMBA JIOOOTO CHIPBS — AWMETOKCHMETaHa, TUMETHUIOBOTO 3(Hpa H
METaHOJIA.
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