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BJIMAHUE PAIMALTMOHHOI'O OBJIYYEHUSA HA AKTUBHOCTD
IMPUPOJHOI'O HEOJIUTA B IPOLHECCE T'HAPUPOBAHHUSA TOJYOJIA

W3ydyeHo BIMsSHUE DJIEKTPOHHOTO OOJIyueHHUs, MPUPOILl HMPOMOTUPYIOIIEH 100aBKU H
HOCHUTEJIS Ha aKTHBHOCTh KaTajgu3aTopa Ha OCHOBE Ieosnta MectopokiaeHus lllankanaii B
mpolecce TUAPUPOBAHUS TOJYyoJa. YCTaHOBJIGHO, YTO IMPEIBApUTENBbHOE paJAUAlIOHHOE
00JTyd4eHHE CHHTE3UPOBAHHBIX IIEOJUTCOACPKAIIMX KATATU3aTOPOB TIPUBOJUT K 3aMETHOMY
YBEIUYCHUIO UX aKTUBHOCTH. J[OMOTHUTENIBHOE BBEACHNUE B PAIUAIMOHHO-MOIU(PUIIUPOBAHHBIC
Co-, Mo-neonurconepkamme Karaau3aTopbl, HAHECEHHBIC HA OKCHJ AITIOMHUHUS, HHUKEIS
OPUBOIUT K YBEJIMYEHHUIO CTENEHM KOHBEPCHM U MPOBEACHHUIO Ipoliecca B 0ojee MATKHUX
YCIIOBHSIX.

Knrouesvie cnoea: [uopuposanue monyona, uyeoaumcooepicawjue Kamaiuzamopol,
001IyueHUe Kamanu3amopos, NPUPOOHbIU Yeoaum, yeoaum mecmopoxcoenus Lllankanail.

Beenenue

['mapupoBanue  apoOMaTHYECKMX  YIJIEBOJIOPOIOB  MPEACTaBIseT  cOOOM  BaKHBIM
HeTeXUMHYECKHUI TIPOIIECC, KOTOPHII HANpPAaBJIeH, B YaCTHOCTH, HA MOBBIIICHNE KauyecTBa TOILIUB,
UMEIOLINX OTPAaHUYECHHUS 10 COIEPKAHUIO apOMATUUECKUX COCAMHEHUH. YKa3aHHOE OrpaHUuYeHHe
CBSI3aHO C TEM, YTO TMOBBIIICHHOE COJEPKAHUE APOMATHYECKHX YIIIEBOJOPOIOB YXYIIIAET
HKOJIOTMYECKHE U TEXHUYECKHE XapaKTePUCTHKH TOIUIMB: YBEIMYMBAETCS CKIOHHOCTh K
HarapooOpa3oBaHMUIO, MOBBIIMIAIOTCS BHIOPOCHI TBEPABIX dYacTull B arMochepy. Kpome Toro
apOMaTHYEeCKHEe YIJIEBOJOPOIbl 00JIaal0T BBICOKOM TOKCHYHOCThIO. B CBs3u ¢ 3TH mpu
MPOM3BOJICTBE JM3EIBHBIX TOIUIMB BCE OOJBIIMN WHTEPEC BBI3BIBAIOT TaKWE MPOIECCHI, Kak
TMJPOOYUCTKA, THApOJIeapoMaTH3alusl U TuapooliaropakuBadie. B aToM mporecce MpUMEHSIOT
HaHECCHHbIC METAJUTNYESCKUE WM CY/IbGuaHbIe Katamu3aropel. [Ipu stom cymbdumsr Ni-Mo, Ni-W
win Co-MO Ha okcuze amOMUHUS MPEANOYTUTENbHEE UCTIONb3YIOT Ul THAPHUPOBAHUS CHIPbS,
COJIEPKAIIIEr0 3aMETHBIE KOJIMUECTBA COSIMHEHHI CEephl M a30Ta, TOra Kak HaHecenusie Pt, Pd, Ir,
Ru wmm Rh karamuszaropsl cTaOWibHO pabOTalOT TOJIBKO B OTCYTCTBHHM CEPOCOMECPIKAIIMX
coemuHenuii [1, 2]. B psiay cyabumHbIX KaTtaan3atopoB HanOOJbIIel aKTHBHOCTRIO 00agaoT Ni-
coJiepKallie CUCTEMBI.

B HacTtosmeit paboTre U3yueHO BIUSHUE DJEKTPOHHOTO OOJY4EHHs, MPHUPOJbI
npomotupymotieit 106aBku (Co, Mo, Ni-Co, Ni-Mo) u Hocutens (OKCHI aTFOMUHUS, OSHTOHUT)
Ha aKTHBHOCThH KaTaJIM3aTOPOB Ha OCHOBE MPHUPOTHOTO IeosnTa MecTopokaeHus [llankanaii B
npoliecce rTuApUPOBaHMS TOTYOIa.

IKCIEePUMEHT

OO0pa3iibl KaTaIM3aTOPOB HA OCHOBE II€OJUTa MecTopokaeHus [1lankaHaii cCHHTEe3UpOBaIN
no meroguke [3]. IlomyueHne MpPOMOTHPOBAHHBIX KAaTaaU3aTOPOB OCYHIECTBIISIIM MPOMUTKON
BBICYILIEHHOT'O L[€OJIMTAa PACUETHBIM KOJMYECTBOM BOIHBIX pAacTBOPOB cojiell MonubaeHa
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(NH4)6M07024'4H20, Ko0OasbTa CO(NOg)z-GHzO U HUKCIIA NI(CH3C00)24H20 KonuuectBo
MIPOMOTHPYIOIIUX 100aBOK cOCTaBIsIo 2 Macc. %.

OO0paboTKy 00pa3IOB OCYIICCTBISIM HA JIMHEWHOM YCKOpHUTENe EKTpoHOB DJIY-6 ¢
sHeprueit 6 MaB B unepTHOM cpene.

B kauecTBe MOIENBHOTO COECIUHEHHS B TMpolecce TUAPUPOBAHHS aAPOMATHUECKUX
YIJI€BOIOPOAOB UCIOIB30BAIH TOIYOI.

[Iponece kaTaaUTUYECKOH KOHBEPCHUH TOJIYyOJa MPOBOIWIM HA JaOOpaTOPHON yCTaHOBKE
CO CTallMOHapHBIM CII0OEM KaTaju3aTopa B TOKE BOJIOpOJAa B TemrmepaTypHoM uHTepBaie 100-—
200°C; ckopocts momaun chipbst cocrasimsuia 0,05 m/mus. Coorsomenne Ha:chipse - (1:10).
[lepen onbITOM KaTtajau3aTOp BOCCTAHABIMBAIU BOJOPOJIOM IPU TEMIEpaType 500°C B TeueHue
5 yacos.

KauecTBeHHBIN U KOMTUYECTBEHHBII COCTaB JKUIKUX MPOJYKTOB IpoOIiecca TUAPUPOBAHUS
IPOBOJWIIN Ta30XpoMaTorpapuuecKuM MeToIoM Ha razoBoMm xpomarorpadpe—HP 5890 cepum I1
¢ MaccceneKTUBHBIM getektopoM HP 5972 Hewlett—Pachard.

Pe3yabTaThl U HX 00Cy:KIeHHE

CHHTE3UpOBaHHBIC KaTalW3aTOPbl, BHE 3aBHCUMOCTH OT HPUPOJBI IPOMOTHUPYIOUIEH
no6aBku (Co, Mo) u Hocutens (OKCHI aNIOMHHUSA, OCHTOHUT), HE MPOSBWIA 3aMETHOU
aKTHBHOCTH B IpOLECCE TMAPHPOBAHHS TONyona B TeMieparTypHoM uuTepBame 100-200 °C
(pucynok 1). Ctenenb KOHBepcHH Toyosia He mpeBbImaeT 40 %.
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Pucynox 1 — BriustHue paguaninoHHOTO 00JTyd4eHUsI HA KOHBEPCHIO TOJIYOJia B MIPOIIECCe
TUAPUPOBAHNUS Ha LIEOIUTCOAEPKAINX KaTaIN3aTopax

[IpenBaputenbHOe AIEKTPOHHOE OOMydeHue o0OpasioB go3oit 100 Mpanx B Toke aprona
IPUBOIUT K YBEIMYEHUIO AaKTHMBHOCTH KaTalW3aTOPOB, HAHECEHHBIX HA OKCHJ AJTIOMUHUS.
KonBepcust Tonmyoma mpu temneparype 110 °c yBenumunBaeTcsi ¢ 40 % nns HeoOMydeHHBIX
(Heo0u1) 06pa3uoB 10 60 % A KaTaaIU3aTOPOB, MPOLIEIIIUX 00TyYeHHE JIEKTPOHHBIM ITYYKOM.

Menee 3ameTHbll  3¢G¢deKT yBeNMYEHMs ~CTENEHM KOHBEpCHU  TOIyojla  JUIst
CHHTE3MPOBAHHBIX KaTallM3aTOPOB HalONogaeTcs Ha oOpas3lax, HAaHECEHHbIX Ha OEHTOHUT.
[TosryueHHbIE 3aKOHOMEPHOCTH 1O BIUSHUIO IPUPOIbI HOCUTENS (OEHTOHUT U OKCHJI aJTFOMUHUS)
Ha CTENEHb KOHBEPCUU TOIyoJa B MpUCYTcTBUU Co- 1 MoO-II€0IuTCOAEpKAIMX KAaTaIN3aTOPOB
BEpPOSITHO OOYCJIOBJICHBI TEM, YTO KPAaTKOBPEMEHHAs paualliOHHO-TepMUYECKas 00paboTKa
OKCHJIa aJIIOMHUHHS HE NPUBOIUT K U3MEHEHMIO CTPYKTYPbl aKTUBHOM IIOBEPXHOCTU. BakHOU
XapaKTEePUCTUKON COCTOSIHUSI TOBEPXHOCTH HOCUTENs siBisieTcsl JIbIoMCOBCKasi KHUCIOTHOCTD.
CornacHo [4], kpaTKOBpeMeHHasi paualliOHHO-TepMUYeckas 00padoTKa OKCHJIa AIFOMHUHHUS HE
MPUBOJIUT K MU3MEHEHHIO KOHIEHTpaluu JIbIOMCOBCKMX KHCIOTHBIX LIEHTPOB HA MOBEPXHOCTH
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OKCHJIa AIIOMHUHHS, B TO BpeMsl KaKk Ha OCHTOHUTE OHAa YMEHBIIACTCS MPU ITHX K€ YCIOBHSIX
paauanmoHHON 00pabOTKH.

JononuurensHoe BBeAeHue 2 % Hukens B Co- u Mo-1ieonuTcoaepkaime Kataiu3aTopsl,
HAHECEHHbIC Ha OKCHJl aJIOMUHUS U OCEHTOHHUT U TOJBEPTHYTHIE NPEIBAPUTEILHOMY
paguanmoHHoMy MoauduiupoBanuio npu 100 MPag npuBoAUT K yBETWYCHHIO aKTUBHOCTH
M3YYEHHBIX Karaau3aTopoB. CTeneHb KOHBEPCHH TOJIyoJa B MPUCYTCTBUM MPOMOTHPOBAHHBIX
LIEOJIUTCOJEPKAMX Karanu3aTopoB HukeneMm jgocturaer 100 %. Kpome »storo, ciemyet
otMeTuTh, uTo 100 %-Has KOHBEpCHs TOJyoJja Ha paauarroHHO-MomuduiupoBanHoM Ni-Co-
[EOJIUTCOIEPIKAILEM KaTalu3aTope, HAHECEHHOM Ha OKCHJ aJTIOMHHHUS JOCTHraercs B Oojee
MATKHX ycioBusax (140 OC), B TO0 Bpems kak Ha Ni-Mo-comepxkamem obpasue — 100 %-Has
KOHBEPCHSI IOCTUTAETCSI TOJIBKO Tipu Temieparype 170 oC.

TakuM oOpa3om, AOMOJHUTENBHOE MPOMOTHPOBAHUE PaTUAMOHHO-MOIU(MUIIMPOBAHHBIX
Co- u Mo-1ieonuTcoiepKaluX KaTajau3aToOpoOB HUKEIEM IPUBOJUT K YBEJIUYEHHUIO CTEIIEHU
KOHBEPCHHM W TPOBEICHHUIO Tpoliecca B Oojee MIrkux ycioBusix. HaubGonbmuit s>¢dext
HaOMofaeTcss Ha  paaualmoHHO-MoAuuuupoBaHHOM oOpasine  Co-11e0IuTCoACPIKAIIETO
KaTajan3aTopa, TOMOJHUTEILHO MOAU(PUIIMPOBAHHOTO 2 % HUKES.

Janee Hamu ObLIO M3YYEHO BIUSHHE 00BEMHOM CKOPOCTH MOJJa4M TOJIYOJIa Ha CTETIEHb €T
KOHBEPCHH. DKCIIEPUMEHTHI ObUIM MPOBEACHBI NMPU ONTHUMAIBHON TeMIeparype Ais Kaxaoi
KaTaJTUTHYECKON CHCTEMbI. DKCIIEPUMEHTAIbHBIC JIAHHBIC MPUBEICHBI HA PUCYHKE 2.

Kak BumHO u3 pucyHka 2, Haubounbluasi creneHb koHsepcuu tonyona (100 %) mis Bcex
CUHTEC3UPOBAHHBIX KATAIUTHUYECKUX CHCTEM, HE3aBUCHMO OT TPHPOJBI MPOMOTHUPYIOIICH
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Pucynox 2 — Briusiare 005eMHOM CKOPOCTH TIO/IaY CHIPhSi HA KOHBEPCHIO TOJIYOJIa B TIPOIIECCe
TUIPUPOBAHUS HA LEOJIUTCOACPKANX KAaTaIU3aTOpax Mpyu ONTUMAIBHBIX TEMIIEPATypax

Taxum o6pa3om, Temreparypa mpoiecca TuJpupOBaHus TOIyoJa ONpeAesseTcs MPUPOIoH
npoMotupyomeir  g06aBku. [lpumenenue katamutudeckoi cuctembl Ni-Co-mieomut/Al,O3
1o3BoJisieT npoBoaAuTh npouece ¢ 100 %-Hoit kouBepcueit npu temneparype 140 °C, B 10 BpeMs
kak Ha Ni-Mo-neonnt/Al,03 100 %-nast koHBepeus Toyona gocturaercs npu 170 °C.

3akarouenne

Takum 00pa3oM, YCTaHOBJIEHO, YTO NPEABAPUTEILHOE paIUaIllOHHOE OOIydeHue
CHUHTE3WPOBAHHBIX IIEOJIUTCOICPIKAIIUX KATAIN3aTOPOB MPUBOIUT K 3aMETHOMY YBEIMYCHHUIO MX
aKTUBHOCTH. JlOMONHUTENLHOE BBEACHHE B pagualoHHO-MoauduiupoBanusie Co-, Mo-
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[[EOJTUTCOIEPIKAIINE KAaTaInu3aTOphl, HAHECCHHBIE HAa OKCHUJ aTIOMUHUS, HHUKENS MPHUBOIUT K
yBeIu4YeHUIo0 creneHu KoHeepcuu oT 60 mo 100 %. Temmeparypa mpouecca TMAPUPOBaHUS
TOJIyOJIa OTpeACIIIeTCs MPUPOAol mpomoTtupyromeit nobdasku. 100 %-Hasi cTeneHh KOHBEPCHH
TOJIyOJIa JOCTUTaeTcss B MNpHUCYTcTBUU Karaautudeckux cucreM: Ni-Co-nieonmut/Al,O3 mpu
temneparype 140 OC, Ni-Mo-ueonmut/Al,03 - 170 °C. [Tokazano, 4to 0oOBEMHasi CKOPOCTh
MOJIayl ChIPbsi HE 3aBUCUT OT MPUPOABI MpoMoTHupyomeid nodaBku u 100 %-nHas creneHb
KOHBEpCUHU ToyoJa qocturaercs npu 0,7 9.
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TOJYOJIABI TUAPJEY NNPOUECIHAE TABUTU NEOJIUTTIH
BEJCEHALIIITHE PAIMAITMAJIBIK COYJIEJIEY AIH 9CEPI

Tonyonnet rtuapney mpouecinge [llankaHaii KeH OpHBIHBIH IEOJNUTI HETi31HJEri
KaTaJIu3aTOpAbIH OEJNCEeHAUIINHE 3JIEKTPOHBIK COYJIENeHAIPYAiH, MPOMOTOPIAYIIbl KOCIaHbIH
KOHE TaChIMAIIBIFBIIN TaOMFATHIHBIH ocepl 3eprrenii.  CHHTE3JeNreH LEeOJUTKYpPaM/Ibl
KaTaJau3aTopiapAbl alJbIH ajla CIyJeJIeHIIpy OJapAblH OEJNCEHIUIrH €dylp apTThIPaThIHbI
aHBIKTANbl. AJIOMMHUI OKCHUJIHE OTBIPFBI3BUIFAH paguauusuiblk Moguduuupienren Co-, Mo-
LEOJUTKYpaM/Ibl KaTalu3aTopiliapFa HUKENbJl KOChIMILA €HIi3y allHaly IOpe’KeciH apTThIpajibl
MKOHE IPOIIECTIH JKYMCaK [IapTTap/ia )KypeTiHe oKeei.

Tyiiin cozoep: Tonyvinowi auopiey, YeonumxKypamowl Kamanuzamopaap,
Kamanuzamopaapowvl cayieney, maouzu yeoaum, Lllankanaii ken opbiHbl yeoaumi.

G.K. Vasilina, R.M. Moisa, A.l. Kupchishin

INFLUENCE OF IRRADIATION ON THE ACTIVITY OF NATURAL ZEOLITE
IN THE PROCESS OF TOLUENE HYDROGENATION

The influence the electron irradiation, the nature of promoting additive and a carrier on
activity of Shankanay zeolite catalyst in the toluene hydrogenation. It was established, that the
preliminary irradiation of synthesized zeolite catalysts leads to an appreciable increase in their
activity. Additional introduction in radiation-modified Co-, Mo-zeolite catalysts supported on
aluminum oxide of nickel leads to increased the degree conversion and carrying out the process
in milder conditions.

Keywords: Toluene hydrogenation, zeolite catalysts, the irradiation of catalysts, natural
zeolite, Shankanay zeolite
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