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CunTesuposansl Pt/SiO2 kaTanusaTops! ¥ HCCIe0BAHA MX KaTaJUTHYECKas aKTHBHOCTD B IIPOIleCCe THAPOTEHOIN3a 1I-
rernrraHa. [lokasaHo, 4TO KaTaJIu3aToOp, CHHTE3HPOBAHHBII HA OCHOBE CHIMKATe/Is, IOIyYeHHOTO 30/Ib-Telb METO/IOM U3 Cep-
MEeHTUHHUTA, 06Pa0OTaHHOTO COMAHOM KUCIOTOH, IMPOsBIsAeT Gojiee BBICOKYIO aKTHBHOCTD 110 CPaBHEHUIO C CHUIMKATeJSIMH,
MOJTyYeHHBIMU M3 KH/KOTO CTeK/Ia U CepIIeHTHHUTA, 00pabOTAHHOTO CEPHOM KHCIOTO, 8 TAKXKEe BHICOKYIO CEJIEKTHBHOCTD B
mpouecce usomepusanuy n-rerrana (~90%). MK-crexTpsr mokasanu, 9To Ha MOBEPXHOCTH KaTaIU3aTopa MHTEPMEeAHATHI 06-
PasyIoT BOZOPOZHbIE CBA3U C OBEPXHOCTHBIMI THAPOKCHIBHBIMYU IPyIIaMu. [Ipy MOBBIIEHNN TeMIIePaTyP5l HHTepPMe/iHa-
THI IIPEBPAIIAIOTCSA B KOHEYHbIE IPOAYKTHL M YAAIAIOTCS C ITOBEPXHOCTH. VICII0Ip30BaHIe BOZOPOAA B KadeCTBe ra3a-HOCHUTe-

Jid IIpeaoTBpalaeT o6pasonaHHe paBHOBH,Z[HOCTefI KOKCa Ha IIOBEPXHOCTH KaTa/JIn3aTOPOB.

Puc. 4, 6ubJ1. cchUTOK 23.

ITpomemmrenHas o6paborka HedTH CBA3aHA B OCHOBHOM C KaTaJIMTUYECKHM KPeKHMHTOM M pe-
(OpMHUHTOM, KOTOpBIE OCYILIECTBJIAIOTCA Ha OU(yHKIIMOHATBHBIX KaTaausaropax [1]. [Ipu usroros-
JIEHWM STUX KaTaJH3aTOPOB METaJJIBl HAHOCATCSA Ha KUCJIOTHBIE ITOBEPXHOCTH IieoauToB, Al2Os,
SiO2 unu amomocunukaros [2, 3]. KucnoTusie cBoiicTBa Karasusaropa 06ecIeqnBa0T H30MepH3a-
U0, a Metatndeckue yuactku (Pt, Pd u T.4.) — erugpupoBaHue alKaHOB U TUAPUPOBAHUE aJIKe-
HOB [4-6].

B gacTHOCTH, IIKMpOKOE TpMeHeHNe KpeMHe3eMa B KaTaluse 00yCJIOBIeHO, IIpeXX/ie BCeTOo, ero
PasBUTOI ITOBEPXHOCTBIO, IIOPUCTOH CTPyKTypoil. MexaHu3sM oOpa3oBaHUA KapKaca KpeMHe3eMa
oA pOGHO omucaH B paboTax [7, 8], B KOTOPHIX CTPYKTYPHBIE XapaKT€PUCTUKY ITIOBEPXHOCTH KpeM-

64



He3eMa CBA3BIBAIOT KaK CO CIIOCOOOM €ro IOMYYeHHd, TAK U C IPUPOAOH MCXOLHOTO BELIeCTBA, U3
KOTOPOTO IIOJTy4YaioT KpeMHe3€eM.

B nocienue rogsl HaMuU GBLIN IIONyYeHbI CHINKATeIN U3 CEPIEHTHHUTOB 30JIb-T€Ib METOOM
¥ KCII0JIb30BaHbl B Katanuse [9)]. B HacTosmeir pabore CHHTE3UPOBaHbI KAaTATUTHYECKUE CUCTEMBI
Pt/SiOz, BkiIIOUas CHIMKAarenu, MOIyYeHHbIE U3 CEPIIEHTUHUTOB C UCIIONB30BaHUEM CEPHOM U CO-
asgHo# kxucnotT [10], u usydueHa MX KaTaIUTH4ecKas aKTUBHOCTP B IIPeBpallleHUAX n-TemrtaHa. Jlmsa
BBIACHEHUA YYaCTUA CHJIAHOJBHBIX TPYIII MCCIeLyeMBIX CUJIHKarejell B KOHBEPCUU II-T€IITAaHA, a
TaKXKe POJH BOZOPOZA B NpeJOTBpallleHUM TaccuBanuu Karanusatopa MK-cmekTpockommueckum
METOZIOM HCCJIeJOBaHBl afcOpOLUA peakIHoHHOI cmecu n-remrtad/Ha, n-remran/He Ha moBepx-
HOCTSX KaTaJIu3aTopoB. BeIGop n-remraHa GbLI 0OYCIOBJIEH TEM, YTO €T0 I'MIPOKPEKUHT IIPOTEKaeT
HAMHOTO JIeT4e, YeM THPOKPEKUHT /-TIeHTaHa UM 71-TeKCaHa, IOCKOJIBKY B 3TOM IIpOliecce MH-
TepMeHaT - KApOOHUYM-HUOH, sBifeTcsa 6oree cTabuapHbM [11-13]. C Apyroii cTOpOHSI, KaTaIUTH-
4yecKHe IpeBpallleHHs YIJIeBOLOPOAOB YaCTO HCIIOAB3YIOTCA AJIA U3yUeHUA aKTUBHBIX IIEHTPOB U
CTPYKTyp5HI KaTaausaTtopos [7, 14].

Jlnsa uccnenoBaHusa U 06BACHEHUA MeXaHU3Ma IIPOTEKAONIUX PeaKIuii Ha MOBEPXHOCTH KaTa-
JIM3aTOPOB YacTO KCIOJIB3YIOT CIIEKTPOCKONMYECKHe MeToAbl, B uacTHocTH, MK-cmexTpockonuio
[15-17]. Otum u o6msacHIeTcs BbiGop FT-IR-cekTpockonnyeckoro MeTosa AJis MCCIeSOBAHMS Ka-
TaJIM3aTOPOB B JAHHOH pabore.

JKCIepUMeHTaIbHad YacTh

Pt/SiO2 xaTanu3aTopsl GBLIK MPUTOTOBIEHBI IIyT€M MHOTOKPAaTHOTO TIPOIIMTHIBAHUS CHIINKAre-
seit pacrBopom HoPtCls mapku “u.z.a.”, comepxamym 1.885 rPt 8 100 a2z pacrBopa. O6meM pacTBo-
pa HOAGHpaIu TaKMM 0Opa3oM, 4TOOBI €ro KOJIHYECTBO GBLIO ZOCTATOYHBIM JAJIS PaBHOMEPHOTO
CMa4MBaHUA HOCHUTENA, a KOHeuHoe KonudecTBo Pt cocramimano 0.5% ot Beca Hocurens. Ilocre
KaX/IOTO CMAaYMBaHUA 06pasel] BRICyUIMBaIK Ha Bo3gyxe mpu 353 K. C mocTikeHHeM HeO6XO0IMO-
rO KOJIMYEeCTBa MeTajla Ha IIOBEPXHOCTH o6pasisl Harpepaau oT 353 mo 573 K co cKOpocThio
2°/MuH, a 3aTeM JepKalu IIPH MaKCHMaJabHOM TeMieparype B TedeHue 1 ¥ (GBI IpUMeHEH MeJ-
JIEHHBIH HarpeB, YTOOBI M30€XATh CKOIUIEHMS M CIHeKaHWs Pt ¥ IIOJYdYUTh XOPOLIYIO LYCIIEPCHIO
vacTur, Ha noBepxHoctu Si02). Ilepes mcmonpsoBaHueM 06pasIbl GBIIM BOCCTAHOBJIEHHI B ITOTOKE
Bogopoza (50 ca?/mrur) B Teuenne 3 v upu 573 K.

Crutnkareny ObLIN IIOJTydYeHsI U3 cepreHTHHUTOB [IIOp)KUHCKOrO MeCTOPOX/AeHIS IIyTeM Tep-
MOKHUCJIOTHOI 06paboTku mocieguux. OTMETHM, YTO CHIMKATelb, 0Ty YeHHbBIH COITHOKUCIION 06-
PpaboTKOIl CepIeHTHHNTA, UMeeT YeIbHYIO0 IIOBEPXHOCTH B 464 1//1, a cepHOKHCION 06pabGoTKOMH -
536 »?/r.

KaranuTtuyeckoe mpeBpalieHue n-TelTaHa OCYIECTBIEHO Ha KOHTAKTHOM IIPOTOYHOI KaTaIu-
THYECKOI yCTaHOBKe C ra3oxpoMarorpaduyecKUM aHAIU30M IPOAYKTOB peakiuu. I'as-HocuTens —
BOZIOPOJI, IPOXOJA uepe3 6apboTep € KUIKUM I-TelTaHOM, Haxoxsmumcs B 273 K (tarouruil ren),
HACHIIIAJICS €T0 MapaMy U IOCTyIaa B KBapleBbrii U-o6GpasHblit peaktop. CHelranabHBIM OIIBITOM
OBIJIO ITIOKAa3aHO, YTO STO COOTHOIIEHWE He MeHs’eTcCsd, T.e. KOHIEHTpalus [-TelTaHa OCTAeTCs
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IIOCTOSIHHOM B MCCJIelyeMOM HHTepBase 06beMHbIX cKopocteil raza-uocureis (20-100 crd-muwt),
IIpY 3TOM 00BEM KaTann3aTopa COCTaBII 2-3 .

Jnsa MK-creXTpocKOIIYecKoro MCCaef0BaHUA Oblia MCIIOIh30BAHA CIlEI[aIbHAs KBaplieBas
kioBeTa ¢ okomkamu u3 NaCl. O6paser kaTanusaTopa mpeccoBaau B TabaeTKy mof, mapiaeHueM 250
KI-cM%, IPUKPeI/LAIN K KBapleBoil MoAnoxkKe u 3aTeM nepememanu B MK kiosery. TepmoBakyym-
HyI0 06paboTKy o6paslia IPOBOJYIN HA OZHOM KOHIle KIOBeTHl, a A1a cHATusI MK-cnexTpoB o6pa-
sery nepeMemany y okomka u3 NaCl. [Tepen usmMepeHueM 11 BOCCTAHOBJIEHUA KaTaIH3aToOpa o6pa-
3e1;, o6pabarsiBanu mpu 773 K B armocdepe H: B Teuenue 1 7. ITocie o6paborku oGpasel oxIaxsa-
M 1o Kemaemoi Temmepatypst (523-723 K) u mozjaBanu peakIuoHHYIO cMech n-remraH /Ha mpu
nasiaeruu 60 Topp u c MOJIAPHBIM cooTHOIIeHueM 1:5. B HEKOTOPBIX CIydasx ras-HOCHTEIb(BOZO-
POZ, 3aMeHAIH TeIHeM.

B pa6ore ucnonszosanu MK-cnexrpomerp “Nicolet / NEXUS” ¢ @ypre-mpeobpasosanuem ¢ Csl
cBetogenureneM. CrexTpst 6butu 3anucanst B obaactu yactor 4000-1300 car! ¢ paspemenuem 8 car
! ¢ uncnom Haxommrenuit 32. 'asoxpomarorpadudeckuii aHanaU3 /1-TeNTaHA U MPOAYKTOB PEAKIHM
ocymectsranu Ha npubope I[TKX mapxu “JIXM-8” na xomonkax c “Squalane”, HaHeceHHBIM Ha
Chromosorb P (pasmep xomouku 3x6000 aa), n nuHOHMIGTAIATOM, HAHECEHHBIM Ha IjenuT-545
(pasmep xomonku 3x6000 an), mpu 353 K. Cxopocts rasa-Hocutens cocrasisina 30 cad- mum!.

O0cyxneHue pe3ybTaToB

Ha socurenax 6e3 akTUBHOH (asbl IpeBpalieHue -TeNTaHa ObUIO HE3HAYNUTEIBHO AaXKe NPU
BBICOKUX TeMmeparypax. Hanecenue Pt Ha moBepxHOCTH HOCHTENEH IPUBOAUT K YBEJIUIEHUIO aK-
THBHOCTH KaTaJU3aTOPOB, U KOHBEPCHs HauyMHAETCA yke mpu Temueparype 448 K (puc. 1). Jans-
Hejillee yBeJIMYeHNe TEMIIEPATYPbl IPUBOSUT K YBEINYEHHUIO KOHBEPCUY NI-TeIITaHa, HO HAYWHAS C
543-553 K ymeHbBLIaeTCS, YTO, BEPOATHO, CBA3AaHO C KOKCOBAHUEM IIOBEPXHOCTH, IPUBOIAIIUM K Je-

3aKTHUBAallW KAaTa/JIM3aTOPA.
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Puc. 1. 3aBucumMOoCTh KOHBepCHM H-TellTaHA Ha
Pt/SiO2-karanusaTopax Ipu BpeMeHH KOHTakTa (=3

or ° TK ¢ 1(SiO2 (1), 2(SiO2 (II), 3(SiO2 (II1).
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[Tpu HUBKUX TeMIIepaTypax KaTaJIM3aTop, CHHTE3UPOBAHHBIN U3 CEPIIEHTUHUTA C HCIIOIH30Ba-
uuem HCl, aBisercs akTuBHBIM, 1 KOHBepcus npu 543 K coctasiser ~60% (puc. 1, xp.1). Katamu-
3aTOp, CUHTEe3UPOBAaHHbIH HA OCHOBE PACTBOPHMBIX CHJIMKATOBBIX COJIEH, IIPOSABIIAET CPELHION aK-
THUBHOCTB, @ IIPH BBICOKMX TEMIIEpAaTypaX €r0 aKTUBHOCTH IIPEBHIIIA€T AKTUBHOCTh KaTaJIHM3aTOpPa
Pt/SiOx(I), u mpu 553 K xomBepcus gmocturaer ~65% (puc. 1, xp. 3). Camyio HU3KYIO aKTHBHOCTb
IIpOABJIAEeT KaTaJMu3aTop, CHHTE3UPOBAHHBINM M3 CeplleHTHHMTA ¢ ucrnoassoBaHueM HaSOs4 (puc. 1,
Kp. 2).

B pesynbraTe npeBpaleHus n-TelliTaHa Ha BceX 06pasliax HabI0aloTcs MPOAYKThI M30MepH3a-
I[MY, @ TaKXKe B MaJbIX KOJIMYEeCTBaX IPOAYKTHI KpekuHra — 2C3, LCas. IIpu HUSKHX TeMIlepaTypax
KaTaJMU3aTOPHI CeJIEKTUBHBI K M30Mepu3anuy, a mpu 473 K ceseKTUBHOCTB MPOXOSUT Yepe3 MaKCH-
MyM (puc. 2). YBenudeHUe TeMIIEpaTypsl IPUBOAUT K IIOTEPe CENeKTUBHOCTU K HM30MEpU3AlUK U
yBeIMYEeHUIO KOJUYeCTBa MPOLYKTOB paciiellyieHus. B oTindne OT celleKTMBHOCTH K M30MepH3a-
IIUY, IPU BBICOKUX TeMIIepaTypax HaOII0AAI0TCA TOJIBKO IPOAYKTHI PacllelieHusS U TUPOTeHOI -
3a (Ci1, Cz, Cs) (puc. 2).

Ha xaranusatope Pt/SiO2(III) 6s11a TakKe MCClefoBaHa KOHBEPCUA I-TeIITaHA B 3aBUCHMOCTH
OT BpeMeHHU KOHTAaKTa peareHTa ¢ KaTanusatopoM npu 473 K. Ha puc. 3 mpuBeZeHsBI 3aBUCHMOCTH
KOHBEPCHUH, CEJeKTUBHOCTH II0 KPEKUHTY M M30MepH3alliH OT BpeMeHH KOHTakTa. Kak BuHO u3
pHc. 3, KpUBbIe KOHBEPCUU U CEJIEKTUBHOCTH IO KPEKUHTY IIPOXOJAT Yepe3 MaKCHMyM IIpHU T=3 ¢, a

CEJIEKTUBHOCTD K M30ME€pPU3allN1 MOHOTOHHO CHHMXA€TCA C IIOBBINIEHNEM BPEMEHU KOHTAKTaA.
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uzoMepusauuu  n-remraHa:  1(SiO2  (I),
2(Si0z2 (II), 3(SiO2 (III).
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OTO MOXKHO OOGBICHHUTH T€M, 9TO IIPHU MaJbIX BpE€MEHAaX KOHTAKTa IIPOAYKTHI peaKIUH YyCIIe-

BamOT ,Z[eCOP6I/IPOBaTLCH C IIOBEPXHOCTH KaTa/JIHU3aTOpAa. HPI/I GOIBIINX BpeéMe€HaX KOHTaKTa ITPONCXO-

AUT HAKOIUIEHME Ha IIOBEPXHOCTH KATaJIHM3aTOPa MOJIEKYJ MHTEPMEAHATOB - KaK IIPOAYKTOB peaK-

WY, TAK ¥ MOJIEKYJI HEIIpOPearupoBaBIIETO /1-T€IITaH4, B PE3YyJIbTATe Y€r0o IIPOUCXOAUT O6PHBOB3-

HHE KOKCa M ITaCCHUBaIlvd KaTaJIn3aTopa.
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Puc. 3.
CeJIeKTUBHOCTY NIPEBPALIEHNS [1-TelTaHa Ha
katanusarope Pt/SiO: (III) or Bpemenu
523 K
2(celeKTUBHOCTB II0 KPEKUHT'Y, 3(CeTeKTHB-

3aBUCUMOCTH  KOHBEPCHM U

KOHTaKTa IpHu 1(xoHBepcus,

HOCTb K U30ME€pH3alluH 11-TeIITaHa.

,ZLJISI BBIICHEHUA ME€XdaHN3Mad M30MEPU3alUH, a TAKXe POJIN Hos TUAPOTEHOIN3E OBLIH IIpoBe-

neusl VIK-amcopOiionHble MCCIenOBaHMs peakiuoHHoi cmecu n-rentas/H: u n-rentan/He npu

pasHsIx TeMueparypax (373-573 K), npubiamkeHHbIe K yCIOBUAM IIPOTEKAHUA PEaKIIUU, YTO II03BO-

JIVJIO CPaBHUTS IIOJIydeHHbIe HAMU JaHHbIe C JaHHBIMMU, TToMydeHHbIMH “in situ” MK-usmepenusmu

B IIpoliecce u3oMepusauuu n-renrasa Ha Pt/H-6erra neonure [17].

Ha puc. 4(A) npusenenst MK-cnextpsr katanusaropa Pt/SiO2, monydeHHSIe mOciIe TepMOBa-

KyyMHO# o6paborku mpu 593 K.
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BcraBka B puc. 4(A) moxassiBaer VIK-cmexTp KaTasmsatopa IIOCie TepMOBaKyyMHOU oGpabGorku mpu 593 K.
OT]II/I‘II/ITe]IbHI)Ie CHeKTpI:I HO)IY‘IeHI:I, BBIYHTAA COOTBeTCTByIOI.L[I/Iﬁ CHeKTp CHUJIMKaread B peaK].LI/IOHHI:IX
TeMIIepaTypax.

B muamnasone 4000-3400 ca! HaGmomaeTcs WMPOKAs II0JOCA IOTJIONUIeHUs (II.II.) BaJIEHTHBIX
KoJIe6aHUI THAPOKCUIBHBIX TPyl OcTpasd ILII. ¢ MakcuMyMoM 3745 cur! oTHOCUTCA K CBOOOSHBIM
mosepxHocTHIM OH-rpynmam cunukaresnd. llupoxas m.o. ¢ MmakcumymoMm 3675 cm! oTHOCHTCA K
aCCOIMMPOBAHHBIM aKTUBHBIM TUAPOKCIIBHBIM IPYIIIIaM, MMEIOLIMM KUCIOTHbIH xapakTep [18].
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Apcop6iius peakuronHoi cmecu n-rernras/He Ha Pt/SiO2 npuBoguT K HOABIEHUIO HA TTIOBEPX-
HOCTH KaTaJau3aTopa aZcopOMpOBaHHBIX (OPM MOJIEKYJI MHTEPMELUATOB [I-TElITAHA U IPOLYKTOB
peaxuuu (puc. 4 (A)).

OrpuiaTenbHbe IIOJIOCH THAPOKCUIBHBIX Ipyni mpu 3740 car! ykassIBalOT Ha ydacTHe DTHX
TMIPOKCUIBHBIX TPYII B 06pasoBaHUK BOJOPOAHBIX CBA3eil. JTO TaKXKe MOATBEPKIAETCA T€M, UTO
B CIIeKTpe B 06JIACTH aCCOLMMPOBAHHBIX TPYII HAbIIOZAaeTcsA UIMPOKas ILI. BOJOPOAOCBI3aHHBIX
OH-rpymnn ¢ makcumymonm 3500 car? [19].

B o6xactu 2800-3000 car! B cekTpe HabIIOAAIOTCS MHTEHCHUBHBIE IIOJIOCHL IIOTJIONIEHUS Ba-
neHTHBIX KoneGauuii C-H cBasu, a B obmactu gedopMaluOHHBIX KoileGaHWI HAaGIIOFAIOTCA He
OuYeHb MHTEHCUBHBIE ILII. ¢ Makcumymamu 1460 u 1387 car!, xoropsle, mo gauusM [20], oTHOCATCA
K 8cu B CHs3- u CH2- rpymmnax.

VYBenudyeHne TeMIIEpaTypsl MPUBOSUT K BOCCTAHOBIEHWIO OTPHUIATENBHOTO NMUKA BaJeHTHBIX
Koye6aHMil TUAPOKCIIBHBIX TPYILI, NCYe3HOBEHUIO mupoKoi m.ir. mpu 3500 carl, a Takke ILII. Ba-
JIEHTHBIX ¥ JedopManoHHbIX Konebanuii C-H cBaseit. DTo 03HauaeT, 4TO MOBhILIIEHNE TEMIIEPATY-
PBI IPUBOAUT K YZAJeHUIO C IIOBEPXHOCTH BOJOPOJOCBA3AHHBIX MOJIEKYJ HHTEPMEIUATOB U IIPO-
noykroB peakuuu (puc. 4(A)). [Tocne Bakyymuposanus MK-xioserst mpu 573 K ua MK-cnekrpax nc-
ye3aeT OTPHUIATENBHBIH MUK M OCTAIOTCA He3HAUUTENbHbIEe CIeIbl BaleHTHbIX Konebanuit C-H cBs-
3eff. DTU [JaHHble yKa3bIBAaIOT Ha ITOJIHOE BOCCTAHOBJIEHME ITOBEPXHOCTM KaTanusaTopa. B sTom
Gosbinyio posib urpaer H2, KOTOpSIit, TUAPUPYS HEHACHINIEHHbIE YIIEeBOZOPOABI, IIpeJOTBpallaeT
KOKCOOGpasoBaHUe Ha TOBEPXHOCTH.

VI3 mpuBefeHHBIX JaHHBIX MOXHO IIPEJIIONOXUTD CIeyouui MexaHusM peakuuu. Ha mep-
BOM STalle IPOUCXOAUT AETHIPUPOBaHNUe 71-TelITaHA Ha MeTa//IMYeCKHUX LEHTpaX ¢ 0Opa3oBaHUEM
omedpunoB [21, 22]. O6pasytouuecs onxeduHsl afcOpOUPYIOTCA HAa KUCIOTHBIX THAPOKCHUIBHBIX
TPyIIax IIOBEPXHOCTH, 06pasys BOAOPOZOCBI3aHHBIE ITOBEPXHOCTHbIE COEIMHEHUdA, KOTOpHIE B
IampHeiureM 06pa3yioT KapOOHHYM-HOH. DTO MOXKHO IIPeJICTABUTh CIeLyIOWMUM 00pa3oM:
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JanpHeiinrad H30MepHU3aluA C ydacTHeM KapOOHMI-KaTHOHA IPOMCXOAUT IO MeXaHHU3MY,
onucaHHOMY B paborax [21, 22].

ITpu samene H2 uneprasiM rasom He xapakreprsiit MK-crexTp B 061acTi BaleHTHBIX Koyeba-
HUM TUAPOKCHIBHBIX I'PYIII IIOYTH He MeHseTca. B o6iactu medopManuoHHBIX Konebanuit C-H
CBsI3u HabJII0AI0TCA HOBBIe 10JI0CH B obactu 1600 carl, xoTopsie, mo AaHHBIM [23], OTHOCIATCA K
BaseHTHBIM KosneGanueMm C=C cBA3u. YBenudeHHe TeMIIEpaTypsl IPUBOISUT K 06Pa30BAHUIO HOBBIX
1. B o6actu 1640-1700 car!. Dt nanHbIe yKasbIBAIOT Ha 0OpPa30BAHME KOKCA HA IIOBEPXHOCTH Ka-
tanusaropa. [locie azcopbunu peakuuoHHOM cmecu n-rentas/H2 moBepxHOCTS KaTanusaTopa moj-
HOCTBIO BOCCTAHABJIMBAETCA IIpU 06paboTKe KUCIOpooM B TeueHue 1 7 mpu 573 K. A Ha cmexTpax
o6pasiia agcopbuposarHoro n-renrar/He mocite o6paborku kuciopozom B Tedenue 1 wmpu 773 K
eme ocratorcs m.11. 1600-1700 car!, oTHOCAIIMECS K KOKCY.

OTH JaHHbIe YKasbIBAIOT HA TO, YTO IpucyTcTBue HompesorBpaaer Kokcoo6pasoBaHUe Ha IIO-
BEPXHOCTH KaTajM3aTopa, a obpasyromuecs onedUHBI Pa3HOTO CTPOEHUS TUAPUPYIOTCA U JIETKO
ymanaioTcs ¢ moBepxHocTH. OcTaBileecss He3HAUMTENbHOE KOJIMYECTBO OJUTOMEPOB ITOTHOCTBHIO
yAandeTcs Ipu 06paboTKe KUCIOPOAOM IIPH HU3KUX TeMIIepaTypax.

W3 mpuBejeHHBIX JaHHBIX MOXHO 3aKJIIOUUTH, YTO CHHTE3UPOBAHHBIH KaTarusarop Pt/SiO: Ha
OCHOBe CHJIMKareJieii, IoTyYeHHbIX U3 CePIIeHTUHUTOB, IPOSBILIET BHICOKYIO aKTUBHOCTD B TIPOIIEC-
ce TUIPOTeHOJIN3a -TeNITaHa ¥ BBICOKYIO celeKTUBHOCTS ( 0 80-90%, B mpolecce n3oMepH3aIuy.

NK-azcopbunonHtble nccienoBanus peakiuonHo# cvecu (n-renrtan/Ho u/nnn He) moxasanwy,
4To Ha moBepxHOcTHBIX OH-Tpynnax agcop6upyiorcs nHTepMeAnaTs! (01eUHOB) C 06pasoBaHIEM
BOZOPOIHBIX cBsa3eit. O6pasoBaBuIecs MPOAYKTHI M30MEPHU3ALMH U KPEKUHTa YKashIBAIOT HA KHC-
JIOTHBIY XapaKTep MOBEPXHOCTHBIX TUAPOKCHIBHBIX TPYIIIL.

IMpucyrcrue H2 adpdexTrBHO MpefoTBpamaeT GopMUpOBaHUEe KOKCA Ha TOBEPXHOCTU KaTaIU-
3aTOpa B IPOIfecce PeaKIuH.

Pt/SiO:2 ZUUUYU AP URLEERL BY U UNBUSU2UOUUUL
MUMULUURME30LILE L-2ENSULE 2P NSEULALPOR NN8EUMU

Q. @. ArPENr3uy, Q. . 2092U0LLPUSUNL U L. 2. QNPLARUBUL

Uhupkqyt] tu Pt/SiO2 juwnwihquunpubp b nunmdbwuppyl)] £ upwbg Juwnwhwnhly
wlnhynipnibip Z-htuywnwih hhnpngkunihgh ypngbunid: 8nyg k nyt), np ukpyktunhuhwnhg
qni-dt] dbkpnnny wnuppduyht dwuldwdp vnugus uhjhjudtih hhdwt Jpw uhtpbqus
juwnwihquuunpp gnigupbpnid £ wydbjh pupdp winhynipmoit hwdbdwnws htinnly
wywlnig b ubpybkunhuhwinhg §dUpwppduyht ywuljdudp uvinugdus uhihjudtitph, husyku
bwl pwpdp pbnpnpuutnipmit Z-hbyunwth hgnudbpdw wpngbund  (790%): bU-
uyklunpubpp gnyg Eu wdbk, np Juunwjhquunph dwbkpunyphtt dhowljuy wnipkpp
wnwowgiinid  tu  opwstwluwt Yuwbp dwlbplunipughtt hhnpopuh; pudpkph  hbw:
Qtpdwuwnhduth puwpdpugdwd phypnid dhowuljju Wnipkpp dEpwsynd Bu Jpow-
yniptph b  hbpwinmd  dwibkpbnyphg: Npybku Ypnn-quq  opwduh  oquugnpénidp
wipghjulnid £ Ynpuughtt mupunbuwljubiph wnwewugnidp juwnwihquuinpubph dwljtplng-
phi:
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SYNTHESISAND IR SPECTROSCOPIC STUDY OF Pt/SIO, SYSTEM
IN THE PROCESS OF HYDROGENOLY SIS OF n-HEPTANE

G. G. GRIGORYAN? G. R. HOVHANNISYAN?and N. H. ZULUM YAN®

a8 Yerevan State University
1, A. Manukyan str., Yerevan, 0049, Armenia

Ph. (010) 57— 33 —34 E —mail:Catalysis@ysu.am

b M.G. Manvelyan Institute of the General and Inorganic Chemistry NAS RA,
Bld. 10, II lanes, Argutyan str., Yerevan, 0051, Armenia.

Pt/SIO, catalysts were synthesized and their catalytic activity in hydrogenolysis process of n—
heptane was investigated. It has been shown that the silica based catalysts obtained from serpentinite
treated by HCI (sol-gel method) exhibit higher activity in comparison with silica obtained from liquid
glass and silica obtained from serpentinite treated by H,SO,. These catalysts possess higher selectivity
in isomerization process of n—heptanes (~90%). | R-spectra showed that on the surface of the catalysts
the intermediates form hydrogen bonds with surface hydroxyl groups. The temperature increase results
in the transformation of intermediates to products and their remova from the surface. Usage of
hydrogen as a carrier-gas prevents the formation of coke species on the surface of catalysts.

JINTEPATYPA

(1] Abd EI-Wahed M.G., EI-Khatib S.A., Mohamed L.Kh., El-Sadaany S.A. // Arabian ]. Chem., 2008,
v.l, p. 47.
(2] Zhang W., Smirniotis P.G. // Appl. Catal. A:, 1998, v.168, p.113.
(3] Armaroli T., Simon L.J., Digne M., Montanari T., Bevilacqua M., Valtchev V., Patarin J., Busca G. //
Appl. Catal. A:, 2006, v.306, p.78.
[4] Smirniotis P.G., Ruckenstein E. // Appl. Catal. A:, 1994, v.117, p.75.
(5] Smirniotis P.G., Ruckenstein F. // Catal. Lett., 1994, v.25, p.351.
(6] Degnan T.F., Kennedy C.R. // AIChE]., 2004, v.39, p.607.
[7] Mucruknaa I B. XuMus IPUBUTHIX TOBEPXHOCTHBIX coeguHeHuit. M., @usmar. nur., 2003, 590 c.
(8] Chung Ts.-Wang, Yeh Tien-Sheng, Thomas C.-K. Yang// ]J. of Non Crystalline Solids, 2001, v.279,
p-145.
(9] Syaymar H.O., Hcaakam A.P., Ipuropsar I'T., Oraaaucar I'P. / B xu: XVIII MenzneneeBckuii cbesz,
1m0 obet u mpukIagHoit xumun. Mocksa, 2007, c. 263.
[10] Byaymas H.O. // udopmanmonHbIe TexHOMOTMY ¥ yupasiaernue, 2006, T. 2-2, c.96.
[11] Swanadham N.V., Muralidhar G., Rao T.S.R.P. // ]. Mol. Catal. A: Chem., 2004, v.223, p.269.
[12] Wang Z.B., Kamo A., Yoneda T., Komatsu T., Yashima T. // Appl. Catal. A, 1997, v.159, p.119.
[13] Guisnet M., Alvarez F., Lannetto G.G., Perot G. // Catal. Today, 1987, v.1, p.415.
[14] Juszczyk W., Lomot D., Karpinski Z. // Catal. Lett., 1995, v.31, p.37.
[15] Alexeev O., Kim D.-W., Graham G. W., Shelef M., Gates B.C. // ]. Catal., 1999, v.185, p.170.
[16] Ryczkowski J. // Catal. Today, 2001, v.68, p.263.
[17] Kondo J.N., Yang Sh., Zhu Q., Inagaki S., Domen K. // ]. Catal., 2007, v.248, p.53.
[18] JIsrrme B.H. // KOX, 2001, B, 9, 1. 71, ¢.1448 [Russ. J. Gen. Chem., 2001, v. 71, p.1368].

72



(
(
(
(
(

19] Mirth G., Cejka J., Lercher J.A. //]. Catal., 1993, v.139, p.24.

20] Meunier F.C., Domokos L., Seshan K., Lercher J.A. // ]. Catal., 2002, v.211, p.366.
21] Okuhara T.// ]. Japan Petroleum Inst., 2004, v.47, p.1.

22] Chu H.Y., Rosynek M.P., Lunsford J.H. // ]. Catal., 1998, v.178, p.352.

23] Forttinger K., Kinger G., Vinek H. // Catal. Lett., 2003, v.85, p.117.

73



