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B pabome npedcmasnenvt pesynomamol uccied08anus KAMAanumu4ecko2o 0eucmeusi HaHeCeHHbIX Kamanu3zamopos Ha
ocnoge ITIC 12-20 psioa Mo u W 6 mpoyeccax HenonHoeo OKUCIUMENbHO2O NPEeBPAUJeHUs. HUZUUX NPEeOebHbIX
yenegodopooos (CH,, C,Hy)

CyIecTBEHHBIM ~ OTIWYHEM B TIOBEPXHOCTHBIX CBoWcTBax rerepomonucoenunenuit  (I'TIC)
LIECTUBAJICHTHOTO MOJIMOIeHa U BOJIb(pama sIBIISICTCS BHICOKasi OPEHCTEIOBCKAsl KUCIIOTHOCTh TIOBEPXHOCTH
Y OKHUCIIUTEIbHO-BOCCTAHOBUTENLHBIE TEePEeX0/lbl KOMITIOHEHTOB TIOJ] BO3JEWCTBHUEM CpEIbl BCJIEJCTBUE
B3aMMHOTO BiHsAHUSA 35ieMeHTOB B coctaBe [ TIC. Ilyrem u3menenus cocraBa reTepornoancoeIMHEHUI MOKHO
W3MEHSATh OKHUCIUTEIbHO-BOCCTAHOBUTENBHBIE CBOMCTBA, YTO /1a€T BO3MOXKHOCTh IPUMEHATh UX B KaUECTBE
KaTaJIn3aTOPOB PeaKUuil MojaHoro u HemonHoro okucieHus. I'TIK u ux comu MCmonb3yloTCsl B KauecTBe
TOMOTEHHBIX U TE€TePOreHHBIX KaTaJU3aTOPOB JJISi HEMOJHOI'O OKHUCJIEHHS YIJIEBOIOPOIOB M B KadecTBe
reTeporeHHbIX KaTalnnu3aTopoB A noiaHoro okuciaenus CO.

[Iponeccel CeneKTUBHOTO OKUCIUTEIBHOTO IPEBPAILICHNS HU3IINX MTPpeesbHbIX yriieBoopoaos (CHy
, CHg C3Hg) sBnsoTcs NEpCHEeKTUBHBIMU JUISl TOJAYYEHHS IIEHHBIX OpPraHMYECKUX COEIWHEHUH.
[IpoBoaunucy  cucTeMaTHYeCKHWE  HMCCIENOBAaHUS IO  BIMSHHUIO  TMPHUPOJBI  KaTaJu3aTOpOB U3
reTepOONINCOSANHEHUH Ha  [IPOLECC OKUCINTENIBHOTO IIPEBPALLCHUS YITIEBOJOPOAOB.

HccnenoBaHa akTUBHOCTb M CEJICKTUBHOCTb JICHCTBUS HAHECCHHBIX KaTaJlM3aTOpPOB Ha OCHOBE
reTepoNONMCOCANHEHNH MonubaeHa B peakuuu HenonHoro okucieHus CH, B dopmanbrerun u
OKHCIIUTENIbHOM AMMEpH3alii B JTWIEH M JTaH. llokasaHo, YTO 3amemieHHe MNpPOTOHA B HCXOJHOM
reTepOIOIMKUCIIOTE Ha Tienounbie Metaiuibl (K, Na, Li) mpuBouUT K YBENHYCHHUIO; HA MIEJIOYHO3EMETbHBIC —
K CHIKEHHIO BbIxofa ¢opmainbieruaa. CymectBeHHoe BiausHue Ha Bbixox CH,O okasbiBaeT mpupozaa
neHTpaibHoro aroma (Si, P), a Taxke yacTHYHOE 3aMelLIeHHE MONMO/EHAa HAa KaTHOHBI APYTHX 3JIEMEHTOB
(W, V).

YcraHoBIEHBI PAbl KaTAIM3aTOPOB MO 3()P()EKTUBHOCTH AEHCTBHUSI U CEJIEKTHBHOCTH 0Opa30BaHUS
¢dopmanbaernaa OT TUIA MPUMEHSIEMOTO HOCHTENSI M HMCXOJHOTO TreTepornoiucoequHeHus. OTmevaercs
y3KUH TemmepaTypHblii uHTepBan peakuun (773-923 K), B KOTOpOM Ha yKa3aHHBIX KaTalu3aTopax
Habmronaercss kouBepcuss CHy,  mpeumymiecTBeHHO ¢ 00pa3oBaHKHEM TPOJYKTOB HEMOJIHOTO OKUCICHHUS
(CH,0) u oxucnuTenbHON AuMepn3aruy, mpu 1>923 K B 3HaunTenpHON cTeneHn oopasyrorcs CO u CO,.

B paGorte /1/ mpuBonsiTcs pe3ynbTaThl McciefoBaHUN 1O BiusHUIO KatanuzatopoB u3 (I'TIC) na
MIPOLECC OKHUCIUTEIBHOIO IMpeBpalleHnus dTaHa. [IpoBeleHHbIE HMCIBITAaHUS IOKA3aJd, YTO KaTalu3aTopbl
TeTEePOIIOIMKACIOTHOTO THUITA, HAHECEHHBIE Ha aIFOMOCHJIMKAT, BEAYT MPOIECC B CTOPOHY OKHCINUTEIHHOTO
nerupupoBanusi. [IpUBOISITCS AaHHBIE IO OKUCIUTEIHLHOMY JeruapupoBanuto srana Ha Hy;SiMo,04/AlSi
B pasiauuHBIX ycinoBusX. B mHTepBane temmepaTyp 600-750°C OCHOBHBIM NHPOAYKTOM SIBJISETCS ITHJIEH.
CenextuBHocTh 1o C,Hs cocraBmser 62-90%. C mnoBblmieHueM TemmepaTypbl peakuuu Bbixox C,Hy
yBeIUuuBaeTcs, B To BpeMs kak Bbixojabl CO u CO, yMeHbIIAIOTCS. Y CTAaHOBJICHO, YTO J00aBICHUE MapoB
BOJbl K PEAKLMOHHON CMECH IOHM)KaeT INIyOMHY OKHCIIEHHS], MOBBIIAET CKOPOCTh PEAaKLUH, BIUSET Ha
CEJICKTUBHOCTb OCHOBHOI'O HAIIPaBJICHHUS IpoLecca — YBEIMYMBACT BBIXOA 3TWICHA 0 ~43% n
3aTOPMaKUBAET MPOLECCHI INTyOOKOro OKUCIIeHHs. M3BecTHO, 4TO Mapsl BOJBI, BBICTYMAsi B POJIM JOHOPOB
BOJIOPOZa, MOTYT B TO K€ BpeMs IepelaBaTh KaTalu3aTopy U OKHCISEMOMY BEIIECTBY THIPOKCHIIbHBIC
TpyNIbl, T.€. BBIMOJMHATH (pyHKumMm okuciutens. C Apyroil CTOpoHBI, BOAA SBISIETCSl CTPYKTYPHBIM
anemenToM I'TIC. D10 no3BosseT NpeaAnonoxuTs, uto B okuciaeHun C,Hg Boga urpaer qBOSIKYIO pojib: JUIs
PeryaupoBaHusl CENEKTUBHOCTH OKHMCIICHUS U IS TOBBIILICHHUS TEPMUYECKON CTAaOMIBHOCTH KaTaan3aTopa.

B umensx nanpHEWIIEro IOBBIMIEHUS CTAaOWIBHOCTH KaTalW3aTOPOB M BBEJECHUS 3JIEMEHTOB,
CIOCOOHBIX HATpaBJIEHHO BECTH TMPOIECC B CTOPOHY JICTHIPUPOBAHHWS, B KA4eCTBE KaTalIn3aTOPOB
ucnonb3oBanbl ['TIC, B KOTOpEIX aToM Bojopo/a 3amerieH Ha aeMeHTsl: Li, Na, K, Mg, Ca, Sr, Ba, Cd, Zn,
Bi, Pb. Haussiciiyro aktuBHOCTH 1okazaia Pb —Si— Mo —I'TIC, rue Beixoq C,Hy coctaBui ~530 /M’ C,Hg
, IpU4YeM ceJIeKTUBHOCTH Bhllle 73% yxe HaumHas ¢ 550°C. IIpoBeneHHBbIE HCHBITAHUS IMOKAa3aldH, YTO
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TETePOTIOMOKCOKOMITJIEKCHBIE ~ KATallM3aTOPhl MOTYT HCIIONB30BaThCS B MPOIECCE OKUCIUTEIHHOTO
JIETUAPUPOBAHUSI 3TAHA, T]IC TIOTYUYEHBI TOBOJIBHO BEICOKUE PE3YIbTAThL.

[IpoBoaumuck uccnenoBanus /2/ KaTaIUTUYECKOTO JACHCTBUS HAHECCHHBIX KAaTaJIM3aTOPOB HA OCHOBE
I'TIC 12 psnma Bombdpama (IEHTpadbHBIM aToM Si wiaw  P) B mporeccax HEMOJHOTO OKHCIUTEIHHOTO
mpeBpanieHuss MeTaHa. PaboTa BBINIOJHEHAa B YCTaHOBKE IPOTOYHOrO THIIA B KBaplEeBOM TpyO4yaTom
peakTope MpU HUCIOJb30BAHUM Ta30BbIX CMECEH pa3Iu4yHOro cooTHolueHus, coxepxkamux CHy, O, B
OTCYTCTBUM WJIM TPHUCYTCTBHM aproHa, napoB Bojsl. [lokazano, uto I'TIK 12 psma W, HaHeceHHble Ha
HOCHTEIIb, NPOSBIIAIOT aKTHBHOCTB B 00JaCTH  Tpea>600°C B mponeccax okucienus merana B CH,O, C,Hy,
C,Hs, CGiHg, C;H, ¢ mpeumymectBeHHbsIM oOpasoBanueM C,H, . B kadectBe moOGOYHBIX NPOIYKTOB
obpasyrorca H,, CO, CO,. KpuBble BBIXOJAa OCHOBHBIX HPOAYKTOB OT Tpeax HMMEIOT 3KCTpEMAalIbHBIH
xapaktep. I[lpu Oomee Hu3KuX TemiepaTypax obpasyercs C,Hg, 1 mo mepe cnana ero oOpa3zoBaHUsi pe3KO
Bo3pactaeT Beixoq C,H; . DTO mo3BOISET MPEANONOKNTE, 9TO OKAcIuTeNbHas kKouaeHcamus CHy B C,Hy
nporekaer uepe3 craguro oOpazoBanusa C,Hs . CH,O C,H, C;Hs o0Opa3syrorcs B He3HauHTEIbHBIX
kosmuectBax (0,5-2% B pacuere Ha nponymeHHsii CHy), mpoaykrer CO,CO , H, mosIBISIOTCS IPH BBICOKKX
Tpear. Ha akTMBHOCTB KaTanM3aTOpoB B 00pa30BaHMM HEMPEAEIBHBIX YIIIEBOJOPOAOB OKa3bIBACT BIUSHHE
Mpupojila HOCWUTENd.  BBIXOJ yriieBOJOpOAOB BO3pacTaeT B pAAy KaTaduM3aTOPOB HAa HOCHUTEIAX:
ALO;<kopmuepur < Si O, < MgO < TiO, mno Mepe yBeanueHus: uX ocHOBHOCTH. [Ipu 3TOM, onTUMasnbHbIE
Beixogsl C,Hs mocturarorcst B ciyyae Hocureneid MgO u TiO, npu temneparype peakuuu Ha 50-100°C
0ojice HU3KHUX CO CPaBHEHHUIO ¢ KaTanu3artopamu, HaHeceHHbIMH Ha Al,O; m  Si O,. B atom xe psnmy
HAHECCHHBIX KaTaJln3aToOpoB Bo3pacTaeT 3HadeHue orHomeHust C,Hy/C,Hg B mpoaykrax (ot 0,03 10 10).

Ha mpumepe karanuszatopoB Ha ocHoBe (SiW) I'TIK, HaHeceHHBIX Ha aTIOMOCHJIMKAT, OLIEHEHO
BIUsiHUE cocTaBa peakimonHon cMmecu (CHy : O, HyO) Ha BBIXOA IPOAYKTOB OKUCTUTEIBHON KOHICHCAITUH.
Bbixos HenpeaenbHbIX yrieBo0po1oB ( MpH MpeuMyliecTBeHHOM oOpa3zoBanuu C,Hy ) pacter mo mepe
yBenuuenns KoHneHtpauuu CH, B peakmmoHHO# cmecn, a cootHomenne C,H, /C,Hg pesko 3aBucur ot
KOHIIEHTpaIiu Kucioponaa B cmecu. [Ipu atom Beixoq C, yriieBogOpoAOB pacTeT ¢ YMEHBIIIEHHEM BpeMEHHI
koHTakTa 10 0,1 ¢. Karamuzaroper SiW/amomocunukaTr paboTaroT 0e3 M3MEHEeHUs akTUBHOCTU Tipu 750 -
800°C B Teuenme 25 — 35 4; BBEACHHE B COCTAB PEAKIIMOHHONW CMECH MTAapOB BOJBI HE OKA3hIBACT BIMSHUS Ha
BBIXO/I OCHOBHBIX MPOJYKTOB U TEPMOYCTONYNBOCTh KaTaan3aTopoB. llodydeHHble pe3yabTaThl MO3BOISIIOT
NPEANOJIOKUTh, YTO B YCIOBUSAX BBICOKOTEMIIEPATYPHOU SKCIUTyaTallMd KaTAIUTUYECKUM JIEUCTBUEM
obnanatot npoaykThl YactTnyHol nectpykiuu ['TIK, m6o coenunenns ['TIK-HocuTeb.

[IpuBeneHHbIE OKCIIEPUMEHTANBHBIC JTAHHBIC IIO3BOJIJIA, TAaKUM oO0pa3oM, TOKa3aTh, YTO
CyIeCTBeHHBIMH (pakTopamu, ompenernstomumu aktuBHOCTh ['TIK 12 psma W B cuaTese m3 CHy, G,
YTIIEBOIOPOJIOB SABIAIOTCS Tipupoja Hocurens, [ TIK, cocTaB peakimoHHOM cMeCH U BpeMst KOHTaKTa.

HccnenoBanue KaTaIUTUYECKOTO ACHCTBHUS TeTEPONONHKUCIOT 12 psma Mo m W Ha HOCHUTENIX
YKa3bIBaCT HA UX OMPEICICHHYIO aKTHBHOCTh B Mpoleccax okuciautenbHoro mpespamienus CHy 8 CH,O u
C, —yrneBomoponsl (C,Hs, C,Hg ). Ilpu 3TOM yCTaHOBIIEHO, YTO B MACHTHYHBIX YCIOBHMSAX KaTalu3aTOpPhl HA
ocHoBe ['TIK 12 psima Mo mposiBIsitoT 0oJiee BBICOKYHO aKTUBHOCTh B 00pa3oBannu CH,O 1 MeHee aKTUBHBI
B MOJIYYCHUH HEMPEICNIbHBIX yrieBoaopooB no cpaBHeHuto ¢ I'TIK 12 psga W. HccnenoBanue BausHUS
conepxkanus ['TIK Ha HocuTene (amOMOCHIMKAT) Ha BBIXOA W TPOM3BOAUTEIHFHOCTH KaTaJM3aTOPOB II0
OCHOBHBIM TIPOIYKTaM IIOKa3aJ0, YTO OTH 3aBHUCHUMOCTH HMMEIOT JKCTpeManbHBIM xapaktep: mo CH,O
ONTUMAaJbHBl Ha HHU3KOIMPOLEHTHBIX KaTanuzaTopax Ha ocHoBe I'TIC 12 psna Mo. Beixon C,Hy u C,Hg
M3MEHSETCS OJHOTUITHO OT mporeHTa HaHeceHus ['TIK, mpu 3ToM MakcMMallbHOW aKTHBHOCTBIO 00JIaar0T
0,5-0,2% u 5 -7% Si(P)W/amoMocHInKaT KaTajJnu3aTophl.

Hamu Tarxke mcciemoBaHbl peakIMOHHAS CIIOCOOHOCTH Kuciopoaa ctpyktyp I'TIC Ha HOcurene
metosoMm TIIB (cmech Ar +H,) 1 OKHCITUTENEHO-BOCCTAHOBUTENBLHBIE CBOMCTBA TOBEPXHOCTH MeTooM DI 1P
0 aJICOPOLIMU MOJICKYJI-MHIUKATOPOB, UMEIOIIMX OIPEe/IeJICHHBINA OTEHITUANl HOHU3auu (OeH3oi — 9,24 3B,
HadtanuH — 8,12 3B, antpauen — 7,4 5B). UccnenoBanue karanuzatopoB meronom TIIB ykaseiBaeT Ha
HaJIM4YUe JBYX, TPEX THUIOB peakIMOHHOCTOocoOHOoTOo Kucioponaa B [SiW,] u [SiMo;,]| — katanuzaropax Ha
HOCHUTelNe, B3aiimonelicTBue KoTtopbix ¢ H, mpoucxonutr B muTepBaie 550 - 1150°C. Ilpu atom, mis
[SiW,]/amoMocunnkaT  KaTtaau3aTopoB  XapaKTepHO  Hajguuhe  Oojee  TPOYHOCBSA3AHHBIX U
PEaKIMOHHOCTIOCOOHBIX TIpH 00JIee BRICOKHX TeMIIEpaTypax (opM PEeIreToIHOro KHUCIOpoa.

CpaBHEHHSI M3MEHEHHUSI OKHCIHUTEIHHO-BOCCTAaHOBUTENBHBIX cBoicTB I'TIK Ha AI'Si oT mporeHTa
HaHeceHHus [SiMoj;] u mpoumsBoaMTENbHOCTH Katanm3aropoB mo CH,O  ykaswiBaeT, 4TO HMeeTCs
ompeescHHas KOPPEISIITUI MEKTy PON3BOIUTEIILHOCTIO U KOHIICHTPAIIMEH aKTUBHBIX IICHTPOB.

172



Becmnuk KazHY. Cepusa xumuueckasn, Ne4 (64), 2011 2

Jlutepartypa

1. TynratapoBa C.A., XnanoBa C.A., CasemnseBa I'.A., Hypusibaes W.H.//Tpyabl HayuHOlI KoH(DepeHUnH
MOJIOJIBIX YYEHBIX MHCTUTYTa OpraHuveckoHo karamm3a W anmektpoxumuu AH Ka3CCP, mocesmenHnoi 80-
neruto Cokosnsckoro J[.B. Anmater, 1990.

2. Tynrataposa C.A., Hluarucdaes .M., Cacc A.C., CaenseBa I'.A., Hypasibaes U.H .//Tpyns! HaydHo#
KOH(EPEHIINN MOJIOJIBIX YIEHBIX HHCTUTYTA OPTaHNUeCcKOHO KaTaim3a u anexTpoxumun AH Ka3CCP,
nocBsmeHHon 80-neturo Cokonbekoro JI.B. Anmatsr, 1990.

MOJIMBJIEH MEH BOJIb®PAMHBIH 'ETEPOITIOJINMKOCBIJIBICTAPBIH KATAJIM3ATOP
KOMIIOHEHTTEPI PETIHAE KOJIIAHY
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byn oicymvicma Mo ocone W 12-wi xamapawr T'TIK Hezizinde dcacangan xamanuzamopiapovly momenei KaHblKKaH
KoMipcymexmepoiy movlK eMec momuley npoyecmepinoeci Kamanuzoik acepiiepin 3epmmey Hamuoiceaepi bepineen.
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in the processes of partial oxidation of lower saturated hydrocarbons (CH,;, C,Hs) are presented.
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Byn maxanaoa /]. 1. Menoeneesmiry nepuoOmuix 3aHbIHbIY MYAHCOIPLIMOAMACH KAPACBIPBIIAObL

1869 xbuibl ambiiran [.J. MeHpeneeBTIiH NEPUOATHIK 3aHbI - JKapaThUIBICTaHy FBUIBIMBIHBIH
HETi3ri 3aHmapeIHbIH Oipi. Oy GapibIK d7IeMEHTTepai Oip JKyHere TOMTAaCTBIPATHIH JJIEMEHTTEePIiH Oip-
OipiHe OalTaHBICTHUIBLIFBIH KOPCETETIH MaTEpHsI OJIEMIiHIH OipiIiri 60IBIT TaObLIa b

J.U. MengeneeB Oyn 3aHabl ObUTail TY)KBIPBIMAAIBI:«DJIEMEHTTEPAIH, OJAPABIH :Kail KIHe
KYp/aeJi KOCbLIBICTAPBIHBIH KaCHeTTePi aTOM/ABIK Maccara nepruoAThI TayesaiaikTe 6onaas» / 1,516/

J.W. MenpeneeBTiH OChbl HEPUOITHIK 3aHbl XUMUSUIBIK AJIEMEHTTEPl Kiaccu(uKanusiayra Heri3
001aIbI; OCHI 3aHHBIH KECTeTe KeNTIPLUITreH TYpiH MePHUOTHIK XKYe eIl aTaiiMbI3.

[Teprop OoifbIHIIIA DTIEMEHT ATOMIAPBIHBIH aTOMJIBIK MaCCAChIHBIH, SFHH CaTBICTRIPMAIIbl aTOMJIBIK
MaccaHblH JKOFapbliaybl OOHBIHIIA OPHAJIACTHIPBUIFAHABIKTAH JJIEMEHTTEPAIH KacHUeTTepi Je e3repei.
OcpblFaH ColKec Kalluili XOHE aproH SJIEMEHTTEpPiH CaJbICTBIPAThIH 0O0JICaK, KaJWHIIH CalbICTBIPMAIIBI
aroMaplk Maccacel 39,10; am aproHHBIH CaJBICTRIPMANBI aTOMABIK Maccackl 39,95 TeH. Kammiimig
CaJBICTBIPMAJIbl aTOMJIBIK Maccachl aprOHHAH TOMEH, COH/IBIKTAaH MEPHOATHIK KYHeae Kauid WHEPTTI ra3aap
TOTIIACBIH/A, aJl aprOH CUITUTIK MeTaljap TONIIAChIHIA OpHaidacybl KakeT. CoJl CHSKTBI KeIiCHeyIIiTiK
Kelreci 3 VI dJIeMeHTTepiHae ne ke3aecemi. Onap: KoOaNbT )KOHE HUKEINb, TEIUTYD JKOHE MO, TPOTAKTHHHIN
JKQHE TOpUH.

ArputiibiH FasieiMbl . Mosnu (1914 x.) sKCHepUMEHT KOPBITHIHIABLIApbIHA CYHEHE OTBHIPHIIN,
MbIHaAal 3aH amkaH: «ToJKbIH Y3bIHABIFBIHBIH Kepi MIHJepiHiH KBaapaT TYOipi 3JieMeHTTepAiH
NMEePUOATHIK Kylieneri per HoMipiHe CHI3BIKTBIK TAyeadidikTe 0osaabl». byn 3anra cyiieHeTiH Ooicak,
Kalluii aTOMBIHBIH Spo 3apsiabl (+19), an aproH aToMbIHBIH sIpo 3apsiabl (+18) TeH, sFHU Oy Typrbia
TIEPUOATHIK KYHEeHe SJIEeMEHTTEpP/IiH OpHAIACYbl AYPHIC eKEHJIr AQJNeNIeH li. APTOHHBIH CaJIbICTBIPMAITBI
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