Ha npasax pyxonucu

IIupoxonosic Cepreit UBanoBu4

I'NAPOAJEAPOMATU3ALIUA YITIEBOAOPOJAHOI'O CBIPBA C UCITIOJIb3OBAHUEM
BUMETAJVIMYECKUX IIVIATUHO-ITAJUIAJMEBBIX KATAJIM3ATOPOB HA OCHOBE
ME3OIIOPUCTBIX AJIIOMOCHUJIMKATOB

02.00.13 — HepTexumusn

ABTPOPE®EPAT
JANCCEPTAIIMU HA COMCKAHNE YUEHOI CTeneHn

KaHnamaaTa XUMHYECKHUX HAYK

Mocksa 2014



Pabora BeImonHeHa B Jlabopatopuu Katainu3a M HEYTEXHMMUYECKOTO CHUHTe3a Kadeapsl
XUMAA HE()TH W OPraHMYECKOTO KaTalu3a XHUMHUYECKOTO QaxKyiapTeTa MOCKOBCKOTO

roCyJlapCTBEHHOI0 yHUBEpcuTeTa uMeHu M.B. JlomoHocoBa.

HayuHblil pyKOBOIUTEIb: JIOKTOp XMMHUYECKHUX HayK, podeccop

JIbicenko Cepreii BacuibeBu4

OduimaneHele onnoHeHTol:  XaBKUH BeceBostiog AprypoBuy

JIOKTOp TEXHUYECKUX HayK, Mpodeccop, 3aMeCcTUTEh
reHepanbHoro  gupekropa OAO  «Bcepoccuiickuii
HAYYHO-MCCIIE0OBATEIbCKUM HMHCTUTYT MO TepepaboTke

HeTm»

KpsuioBa Ana FOpseBna
JOKTOp XUMHYECKHUX HayK, mpodeccop, 3aMecTUTENhb
reHEepallbHOr0  AupekTopa 1o uHHOBamusiM OO0

«OHEeprusi CHHTE3a»

Benymas opranuszanus: WNuctutyTt oprannueckoit xumun umenu H.Jl. 3enunckoro

Pocculickoit akanemun HayK

3amura cocroutcs 12 nekadbps 2014 r. B 11 yac. 00 MuH. Ha 3aceiaHUU AUCCEPTALUOHHOTO
coeta J[501.001.97 mo xumMuueckum HaykaM 0Opu MOCKOBCKOM TOCY/IapCTBEHHOM
yHuBepcurere umeHu M.B. JlomonocoBa no azapecy: 199991, r. Mocksa, yin. Jlenunckue

ropsl, a. 1, ctp. 3, Xumuyeckuil pakynpret, aya. 446.

C nawmccepramueii MOXHO O3HAaKOMHUThCA B Hay4dHou OumOmmuoreke MIY  uMeHnm

M.B.JIomoHoCOBa 110 anpecy: r. MockBa, JIOMOHOCOBCKUIA TPOCIIEKT, 1. 27.

ABTOpedepar auccepTaluu pasMellleH Ha caite xumuueckoro ¢akynpreta MI'Y nmenu

M.B. Jlomonocosa (http://www.chem.msu.ru).

ABtopedepar pazociaH  « » okTs0ps 2014 rona.

VYueHslil cekperapb
JluccepTallMOHHOTO COBETA, -

KaHAUJAT XUMUUYECKUX HAYK 10.C. KapnameBa



O0mas xapakrepucTuka padoTsl

AKTYAJILHOCThL _TeMbl _HccJieoBaHus. B nmocjacaHue roJibl BO BCEX CTpaHax

HaOMrOaeTcs BCce OOJbIlIee YKECTOUYCHHE TpeOOBaHUM, NPEABSIBISEMBIX K KadeCTBY
MOTOpHBIX TOIJIMB. B wyacTHOCTH, 3TO KacaeTcsi OrpaHUYEHUM, HaKIaJbIBAaEMbIX Ha
MaKCUMAJILHO JIOITYCTUMOE COJIEP’KaHUE B HUX apOMATHYECKUX YTIEBOJAOPOIOB U CEPHUCTHIX
coenuHeHui. [Ipy MX cropaHuy B BBIXJIONBI MOTOPHBIX JIBUTATENIECH B OOJIBIIMX KOJTUYECTBAX
MOMNaJa0T TaKUe BPEIHbIE JUIsl 310pOBbsSI BELIECTBA, KAaK MOHOOKCHUJ YTJepoia, AUOKCH]
cepbl, caxa. Kpome TOro, MHOrue apoMaTH4EeCKHE YIJIEBOJOPOAbI M CaMHU SBISIOTCA
BBICOKOTOKCUYHBIMU BEILIECTBAMHU.

VYxkectoueHue TpeOOBaHUMN K TU3ETBHBIM TOIIMBAM, OCH3WHAM U MacjiaM HaOIoaeTcs
takke U B Poccuu. Crnenyer oTMETHTh, YTO TpoOJieMa TIPOU3BOJICTBA JAU3EIbHBIX TOIUINB,
cooTBeTCTBYIOmMUX TpeOoBanusM Kiacca 5 (He Gosnee 10 MI/Kr CEpHUCTBIX COCAMHEHUN U
8 Mac. % MOMMIMKINYECKMX apOMaTHYECKHX YIJIEBOJOPOJAOB), peEIlaeTcs Ha JIaHHBIN
MOMEHT B P® TOJBKO 4YacTMYHO M B OCHOBHOM 3a CYET Mpollecca TUIPOKPEKHHra
BaKyyMHOT0 raszoisis. JlaHHbIN npoliecc ocyliecTBisieTcs npu AaBieHun Bogopoaa 100-150
atM. u temmeparype okosno 400°C. HeoGX0quMOCTh HCIIOIB30BAHMS YKA3aHHBIX JKECTKHX
yCJIOBUK OOYyCIaBJIMBAET KpallHE BBICOKYIO CTOMMOCTbh YCTaHOBOK JJAHHOT'O IMpollecca, YTO
JIeJIaeT HeleJaecoo0pa3HbIM €ro HCMOJIb30BaHME Ha 3aBOJIaX, MOLIHOCTh KOTOPBIX, Kak
NPaBWJIO, HE MPEBbIIIAET 5 MJIH. TOHH B roJl 1o nepepadbarsiBaeMoit HedTu. OnTUMANIbHBIM
BBIXOZIOM JJIi TaKUX MPEINPHUITHI MOMXKET SIBISTHCS HCIOJIb30BAHUE ABYXCTAIUIHON
TUIPOJICAPOMATH3AIMN CPEHUX TUCTUILIATOB, 00€ CTalud KOTOPOU OCYIIECTBISIOTCS TIPH
napieHun 1o 70 atm. Takoil mporecc moaydusa AOBOJBHO IIMPOKOE PACIPOCTPAHEHHE 3a
pyOexom, HO B Poccuu moka elnie npakTHueCKH He UCTIOJIb3YETCS.

Ha nepBoii cragun ruapoaeapomatuzanuu npu 340-380°C u masnenun 50-70 atm. B
npucyTcTBUM CynbGuaHbix Ni-Mo wnu Ni-W  kaTanu3aTopoB MNPOUCXOAMUT yJajeHHUE
OOJBIIEeH YaCTH TETEPOATOMHBIX COCIUHEHUN M YaCTHMYHOE THAPUPOBAHHE apPOMATUUCCKUX
yriieBo1opo1oB. [Ipu aTom conepxanue cepol cHmkaeTcst 10 30-100 Mr/Kr B 3aBUCUMOCTH OT
CBOICTB MCXOJHOTO ChIphsi. Jlanee Ha BTOPOW CTaJAMM MpPEABAPUTEIBHO THIPOOUYHILEHHOE
ChIpbE MOJBEPraercs IIyOOKOM Jeapomaru3aluu, mpoBoaumoi mpu  260-300°C ¢
UCIIOJIb30BAHMEM TE€TEPOTrE€HHBIX IUIATHHO-MAJUIAIMEBbIX  KaTalu3aTOPOB Ha OCHOBE
1eosutoB. Takue Karamu3aTtopbl, B OTJIMYHUE OT MOHOMETAUIMYECKUX IUIATUHOBBIX U
MaJIaueBbIX, COXPAHAIOT BBICOKYIO THIPHUPYIOIIYIO aKTUBHOCTH JaXKe MPU 3HAYUTEIHHOM
(100-150 wmr/kr) comep>kaHuM cepbl B ChIpbe. B Hemaliol CcTemneHW CepoyCTONYHMBOCTH

YKa3aHHBIX KaTaJIWu3aTOPOB CBA3daHA TAKKC M C HCIIOJIB30BAHHCM ICOJIUTOB B KauCCTBC
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KHCJIOTHBIX KOMIIOHEHTOB HocuTened. Ilocmemuuii ¢akT CBs3aH ¢ TEeM, YTO C YaCTHI]
0JIarOPOJIHBIX META/UIOB B CJydYae MX IUIOTHOTO KOHTAKTa C MOBEPXHOCTHIO KHCIOTHOTO
HOCHUTEJISI TPOUCXOJUT YACTHUYHOE CHSTHE ODJICKTPOHHOW IUIOTHOCTH, YTO TPHUBOIUT K
YMCHBIIICHUIO TPOYHOCTH CBS3M METalI-ceépa M, KaK CJCACTBUC, YBEIHMUCHHUIO
CEpOYCTOMYMUBOCTH.

[leonmuThl Kak  KHCIOTHBICE  KOMIIOHGHTBI  KaTaJlM3aTOPOB  BTOPOM  CTaJHH
THApOieapoMaTH3allii  00JIaJaloT JABYMS OCHOBHBIMH HeJIOCTaTKamu. IlepBbIii M3 HHX
3aKJII0OYaeTCsl B TOM, 4YTO CPEAHUN JUaMETp TOp IIEOJIMTOB cocTaBisgeT 5-10 /-'\, 4TO
COMOCTaBMMO C pa3MepaMH OOJIBIIMHCTBA MOJICKYJ, BXOJMIIMX B COCTaB CPEIHUX
TUCTWLIATOB, W W3-3a HaIW4us JU(PPY3HOHHBIX OTPaAaHUYCHHUH IPOUCXOIUT CHIDKECHHUE
s dexTuBHOCTH Tporecca. Kpome TOro, meoiauThl 001a1al0T MPESUMYIIECTBEHHO CHIIBHBIMU
KHCJIOTHBIMU IIEHTPAMHU, YTO MPHUBOJWT K TMOBBINICHHOMY I0OOYHOMY OOpa30BaHHIO
HU3KOMOJICKYJIIPHBIX JKUAKUX U Ta3000pa3HbIX MPOTYKTOB.

Ha nHam B3risi, yka3aHHbIC HEJOCTATKH HOCHTEICH CYIIECTBYIOIIUX MPOMBIILICHHBIX
KaTajJu3aTopoB MOTYT OBbITh YCTPAHEHBI ITyTEM HCIOJb30BAHUS BMECTO IICOJUTOB
CTPYKTYPHPOBAHHBIX ME30MOPHCTHIX aIOMOCHIMKATOB, OO0JaJaloIuX Oonee MITKUMHU
KHUCJIOTHBIMU IIEHTPaMU, 3HAYUTEIBHO OOJIBIINM CPEAHUM quamMmeTpoM mop — ot 20 1o 500 A,
a TaKXe BBICOKOM YJICIBbHOM TOBEPXHOCTBIO, HE ycTymaromiei 1eonuram. Cpeau
ME30IOPHUCTHIX ATFOMOCHIMKATOB HAMOOJIBIINK HMHTEPEC, Ha HaIl B3IJIAI, MPEACTABIISIIOT
matepuansl Thuma Al-HMS u Al-SBA-15 ¢ gmamerpom mop 30-40 A u 50-80 A
COOTBETCTBEHHO, IIOCKOJBKY JaHHBIC MaTepuaibl 00JaJal0T BBICOKOW TepMOIapoBOit
CTaOMJIBHOCTBIO U TIPU UX CHUHTE3€ MCIIOJIb3YIOTCS IOCTYIHbBIC peareHThl. CUHTE3 YKa3aHHbBIX
MaTEPUAJIOB, B OTJIMYHUE OT IICOJUTOB, IIPOBOIUTCS O€3 UCIIOIB30BaHMSI BHICOKMX TEMIIEpaTyp
u  gaBieHud. CTPYKTYpHbIE XapaKTEPUCTHKA M CIEKTP KHCIOTHOCTH  JIAHHBIX
ATFOMOCHJIMKATOB MOXXHO PpETyJIMpOBaTh KakK Ha CTaJdd CHHTE3a, TaK M IyTeM
MOJIU(PHUIIMPOBAHUS YK€ TOTOBBIX ME30IIOPHUCTHIX aTIOMOCUIMKATOB.

CreneHb _pa3pa0OTAHHOCTH _TeMbl _JIHMccepTanMu. TeMe TrujpoaeapoMaru3anuu

Pa3IMYHOIO YTIJIEBOJIOPOAHOTO ChIphs HAa KaTajlM3aTopax Ha OCHOBE 0JIarOpOJHBIX METAJIOB
MOCBSIIIICHO JIOBOJIBHO OOJIBIIIOE YWCIO HAYYHBIX CTaTeil. B OCHOBHOM OHHM 3aTparMBarOT
BOIIPOCHI BIMSIHUS HA JAaHHBIA MpoIlecC Takux (HaKTOpOB, KaK TeMmIepaTypa, HaBJICHUE
BOJIOPOJIa, COOTHOILIEHUE BOJOPOJ/ChIpbE, a TakXKe METOJMKAa HAHECeHHs IUIaTUHBI |
NaJIaads Ha CTAJAUM NPUTOTOBICHUS KaTalu3aTOPOB M 3aBUCUMOCTh WX AKTUBHOCTH B
TUAPUPOBAHUHU MOJIECIIBHBIX YTJIEBOAOPOIAHBIX CMECEH, COAECPKAIIUX CEPHUCTBIE COCIUHEHUS

OT KHCJIOTHOCTH HOCHUTEJICH. HpaKTI/I‘-IeCKI/I BCC HUCCIICA0OBAHUA aBTOPBI MMPOBOAAT, UCIIOJIb3Y



KaTajau3aTopbl Ha OCHOBE JIMOO MOPONIKOOOPAa3HBIX HOCUTENEH, MO0 MPECCOBAaHHBIX
nmoporkoB. Kak u3BeCTHO, B MPOMBINUICHHOM KaTaJM3€ OTPOMHOE 3HAYCHHE UMEIOT TaKhe
XapaKTEPUCTUKH TPaHyJIMPOBAHHOIO KaTalnu3aTopa, Kak ero MpOYHOCTh ¥ U3HOCOCTOHKOCTD,
BBICOKHE TIOKA3aTeJH, M0 KOTOPHIM YacTO HEIOCTHKHMBI 0€3 HCIIOJIB30BAHUS CBS3YIOIINX
BEIIECTB, TAKUX Kak, Hanpumep, 6emut uinu ncesaodeMut (AlIO(OH)n H,O). OueBunHo, uTO
AKTUBHOCThH KaTalli3aTopa, B COCTAB HOCUTENSI KOTOPOTO TMOMHUMO aKTUBHOTO KHCJIIOTHOTO
KOMIIOHEHTa BXOJUT Takxke Y-Al,Os;, MOXKET 3HAYUTENbHO OTIMYAThCS OT KaTalU3aTOPOB,
MTOJTYYCHHBIX 0€3 MCITOTh30BAHUS CBS3YIOIIETO.

Ha ocHOBaHMM TIOpOH TPOTHUBOPCUYUBBIX PE3YJIBTATOB, OIMHMCAHHBIX B Pa3IUYHBIX
HAyYHBIX  MyONHMKAIUsAX, TMPEJACTABISIIOTCS  CIIOPHBIMU  yYTBEPKIEHUS  HEKOTOPBIX
UCCIICIOBATENICH O TOM, YTO MCIOJIb30BaHNE COCIMHEHUIN TUTATUHBI M MMAJUTaJIus, B KOTOPBIX
MeTaJlI BXOAUT B cocTaB kKatuoHa, B yactHOCTH [Pd(NH3)4]Cl, u [Pt(NH;3)4]Cl,, mo3Bonser
MOJIyYUTh 0O0JIee CEepOYyCTOMUYMBBIC KAaTaau3aTOpbl II0 CpPaBHCHHIO C oOpaslamu,
MPUTOTOBJICHHBIMH € Hcmonb3oBanueM, Hanpumep, H,PtClg u H,PdCl,. OGycnoBneno 3to
TEM, YTO UMEIOTCS HCCIICIOBAaHUS, KaK COTJIACYIOIIHECS C JAaHHBIM YTBEP)KICHUEM, TaK U
npoTuBopeuaniye emy. Ha ocHoBaHMM aHalM3a TMTEPATYPHBIX JAHHBIX TAKUE TPOTUBOPEUUS
MOXXHO OOBSCHUTH TEM, YTO Ha CEPOYCTOHYHMBOCTH IMOJy4aeMOI'0 KaTaau3aTropa MOMHMO
UCXOJHBIX UCIOJIb3YEMbIX COSAMHEHHM IIATUHBI U MAJUTaIUs OKa3bIBACT TAK)KE U PA3IUYHOE
MHOXXECTBO JpyTruX (haKTOpPOB, TAKMX KaK, HAIPUMEDP, MOJIHOTA YIAICHUS BOJBI B MPOIIECCE
CYIIKH HOCUTEJEH Mociie X MPOMUTKA PaCTBOPAMH COCTUHEHUI OJIarOpoIHBIX MeTalljIoB. B
CBS3M C OTHUM, IO BCEH BHIUMOCTH, HEKOTOpPhIE NPEUMYIIECTBA, OMNHMCAHHBIC IPHU
UCIIOJIb30BAHMK COCJAMHCHHMM IJIAaTUHBI W TaJUIaAMs, B KOTOPBIX aTOMbI METa/ula BXOJSAT B
coctaB kaTuoHa, B yactHoctd, [PA(NH3)4]Cl, u [Pt(NH;3)4]Cl,, MoryT uMeTs MecTO CKOpee
KaK KOMIICHCAIIUS HEONTHUMAJIbHBIX YCIOBUH IPHUTOTOBIICHUS KaTanu3aTopoB. Jlpyrumu
CJIOBaMH, IO HAIIeMy MHEHHWIO, aHAJOTUYHOTO YBEIUYCHHSI CEPOYCTONYMBOCTH MOKHO
TOOUTHCS U C UCTIOJIb30BaHueM Oosee noctynHbix coenqunenuit H,PdClg u PACl,.

Ieabo auccepTamuoOHHOMN DaﬁoTbI ABJIACTCHA YCTaHOBJICHHC SaKOHOMepHOCTeﬁ

TUAPUPOBAHMS APOMATUYECKUX YIIIEBOJOPOJOB B MOJEIBHBIX CMECSX, CONEPKALIUX CEPY B
BUJIe TUOEH30THO(EHA, U THAPOJICaPOMATU3AIMN THUAPOOUYUIIICHHON TU3eNbHON (pakuuu
Ha IPaHyJIMPOBAHHBIX IUTATHHO-TAJIJIaIUEBBIX KaTajau3aTopax Ha OCHOBE
CTPYKTYPHPOBAHHBIX ME30IIOPUCTHIX ATFOMOCHIINKATOB.

OcHOBHbIE 33/1a4UM MCCJIEJ0OBAHUS

1) pa3paboTka KaTaJIn3aTOPOB cocTaBa Pt-Pd/Al-SBA-15(X)/y-Al, O3 u

Pt-Pd/Al-HMS(X)/y-Al,O3, rie X — aromHOe cooTHoIIeHue Si/Al B aqtoMocuIuKare;



2) yCTaHOBJIEHHE 3aKOHOMEPHOCTHU BIIUAHUS cooTHomeHus: Si/Al B marepuanax Al-SBA-15
u Al-HMS, nomu aubenzotnodeHa B YIIEBOJOPOJIHBIX CMECAX, BPEMEHH KOHTAKTa
THAPUPYEMON CMECH C KaTalu3aTOPOM M TEMIEPATypbl Ha KOHBEPCUU U CEIEKTUBHOCTU
THUAPUPOBAHMS APOMATHYCCKHX YTIICBOJIOPOIOB 1O PA3TMYHBIM MPOAYKTAM;

3) yCTaHOBIIEHHWE CTENEHU JIeapoOMaTH3allMd B  pe3ysibTare TUApOjeapoMaTU3alUU
TUAPOOYMINCHHON AW3eIbHON (pakiuu B MPOTOYHOM PEAKTOPE Ha KaTalu3aTope
Pt-Pd/Al-SBA-15(X)/y-Al,O;, mokazaBiiieM HauOONbIIYIO0 aKTUBHOCTh B 9KCIIEPUMEHTAX B
aBTOKJIaBE C MOJIEIbHON CMEChI0, coziepKalliel TMOeH30THO(EH;

4) onpeneneHue 3pGHEKTUBHOCTA CHUXKEHUS JTOJIM apOMATUYECKUX COSTMHEHUN B AU3EIbHOU
dpakuuu B pe3ysbTare ee ruApokoHBepcuu Ha katanuzarope Pt-Pd/AI-HMS(X)/y-ALOs,
MPOSIBUBIIEM HAaHOOJBIIIYIO aKTUBHOCTh B THIPUPOBAHUN aPOMATHUECKHUX YTIIEBOJAOPOJIOB
B COCTaB€ MO/JICTILHON CMECH B MPUCYTCTBUU TUOCH30THO(EHA.

IIpakTHUeckasi IEHHOCTh __ PadoOThl. HpOBeI[eHHBIe B paMKax JUCCCPpTallUU

UCCIIeIOBaHUs B OyAyIIeM MO Obl CTaTh OMOPHOM TOYKOM B PEILIEHUH 3a]1a4, CBSI3aHHBIX C
MOJYYEHUEM JU3EJIbHBIX TOIUIUMB, AaBUALIMOHHBIX KEPOCHMHOB U 3JIEKTPOU3OJSLIMOHHBIX
Macell, COOTBETCTBYIOIIUX COBPEMEHHBIM TPEOOBAHUAM MO MAKCUMAIBHO JOMYyCTUMOMY B
HUX COACPKAHUIO APOMATUYECKUX U CEPAOPTaHNUYECKUX COCTMHEHUN.

Havuynas HOBHM3HA Pa0dOTHI

1) BnepBble u3y4eHO TUIPUPOBAHUE YTJIEBOJOPOAHBIX CMECEH  Pa3IMYHOTO COCTaBa,
COZIEpXKaIUX apOMaTUYECKHE YIJIEBOJAOPOMAbI, Ha pa3pabOTaHHBIX C MPUMEHEHHEM
CBA3YIOILIETO TPaHYJUPOBAHHBIX IUIATMHO-NMAJUIAAUEBBIX KAaTaIM3aTOpaX Ha OCHOBE
Me30MOpUCThIX amtoMocuiukaToB Tuna Al-SBA-15 u AI-HMS;

2) YcraHOBJIEHBl 3aKOHOMEPHOCTH BIMSHHUS KHCIOTHOCTH YKa3aHHBIX ME30MOPUCTHIX
QTIOMOCUJIMKATOB B COCTaBe IUIATUHO-TIAJUIAIUEBBIX KaTaJIM3aTOPOB Ha KOHBEPCHUIO
TOJIyoJla ¥ CEJIEKTHMBHOCTH THIPUpOBaHUA HadTanmHa u 2-MeTwiHadTaauHa 110
MPOYKTaM MOJHOTO TUAPUPOBAHUS B IPUCYTCTBUU CEPAOPTAHUYECKOTO COCTMHEHUS;

3) IlokasaHo, uTo HUcmoas3oBaHue Oosiee noctynHbix coenuneruii H,PtClg-6H,0O u PACl, Ha
CTaJMM CHUHTE3a MO3BOJISET MOJIy4YaTh KaTalu3aToOphl Ha ocHOBe MmaTepuanioB Al-HMS,
KOTOPBIC MPU MEHBIIIEM COJICPKaHUU TUIATUHBI U MaJagusi 00J1aal0T aKTUBHOCTHIO, HE
yCTymarwIen karanuzaropam Ha ocHoBe Al-SBA-15, mpUroToBIEHHBIM C PUMEHEHUEM
[Pt(NH;3)4]Cly 1 [PA(NH3)4]Cly;

4) YcTaHOBJIEHO, YTO THIPUPOBAHUE PA3JIMYHBIX YIIIEBOAOPOJHBIX CMECEH, COoAepKalux
TONyO0J, HadTaIuH, TeTpaluH win 2-MeTruiHadTanud Ha Pt-Pd katanuzaropax Ha ocHOBE

matepuanioB Al-SBA-15(5) u AI-HMS(10), rae 5 u 10 — arToMHOE COOTHOIIICHUE KPEMHHUS
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S)

D)

2)

3)

K QJIIOMUHUIO B yKa3aHHBIX 00paslax, MpOTeKaeT ¢ HAuOOJBIINMH KOHBEPCHUSIMU U
BBIXOJIaMHU TPOAYKTOB IOJIHOTO THAPUPOBAHUS IO CPABHEHHUIO C KaTalu3aTopaMu Ha
OCHOBE ME30IOPHUCTHIX aTIOMOCUIIMKATOB C IPYTHM COOTHOIIeHUEM Si/Al;

YCTaHOBIEHO, YTO TPOBEICHHE THIPOACAPOMATU3ANNN THUAPOOUHINECHHON TU3ETHHON
bpakuu C HCMOJB30BAaHUEM IUIATUHO-TIAJUIAMEBBIX KaTalu3aTOPOB Ha OCHOBE
AI-SBA-15(5) u AlI-HMS(10) npuBoaut k 0oOpa3zoBaHUIO KUAKUX MPOTYKTOB, CBONCTBA
KOTOPBIX YOBIIETBOPSIIOT TPeOOBaHUSAM, MPEABSBISEMbIM K AU3EIbHBIM TOIUIMBAM
Knacca 5 B OTHOIIEHMM MakKCHMaJbHO JAOMYCTUMOro cojepkanus B HuUX [IAY wu
CEPAOPTraHNYECKUX COECTUHEHHUI.

IloJ10:KeHNs1, BLIHOCUMbIE HA 3aIIMTY

['unponeapoMaruzanusi yriaeBOJAOPOJHBIX CMECEW pa3IMYyHOrO COCTaBa Ha IJIATHHO-
NaJIaIeBbIX KaTajdu3aTopax Ha OCHOBE ME30MOPHUCTHIX AaTIOMOCHIMKATOB THIIA
Al-SBA-15 u Al-HMS, npurotoBieHHbIX C HMPUMEHEHHEM CBS3YIOIIETO, MPOTEKAET C
OOJBIIMMH 3HAYEHUSIMU KOHBEPCHM CyOCTpaToB, a TaKKe C BBICOKHUMHU BBIXOJAMHU
MPOJIYKTOB MX MOJHOTO TMAPUPOBAHUS, KaK B aBTOKJIABE, TAK U B MPOTOYHOM PEaKTOpPE.
HauGonpmeil akTUBHOCTBIO B OSKCIIEPUMEHTaX C MOJAEITBHBIM CBIPHEM, COIEPIKAIIAM
nuoeH30TrHo(deH, 00JIagaroT KaTtaau3aTopbl Ha OCHOBe MarepuanioB Al-SBA-15(5) u
Al-HMS(10), tne 5 u 10 — aromHoe cooTHomeHne Si/Al B CTpyKTYpHpOBaHHOM
ME30IMOPHUCTOM ATFOMOCUITUKATE;

['mopupoBanne cmecn HadTanMHAa W TONyolla B H-TENTaHe C JOOaBJICHUEM
nnbeH30THo(eHa Mmociae TPeX YacoB HKCIEPUMEHTa B IMOTOKE MPOTEKAET C BBICOKOU
CTaOMJIBHOCTHIO BO BpeMeHHU. [Ipu 3TOM BO BceM MccCiiel0BaHHOM BPEMEHHOM MHTEpBalie
HAOJII0IAl0TCS 3aMETHOE CHUXKEHHE COJAEpPKAHUS TOIYyO0JIa U KOJIMYECTBEHHAs KOHBEPCHS
HapTalMHA C TMPEUMYIIECTBEHHBIM OOpa30BaHHWEM JEeKaJMHOB. [lmaTwHO-mammaaueBbid
KaTalau3aTrop, MPUTOTOBICHHBIA AaHAJOTHYHBIM 00pa3oM C HCIOJIb30BAHUEM BMECTO
ME30MOPHUCTHIX ATIOMOCWIMKATOB LeonuTa tuna HY ¢ moxgynem 55, B Tex ke ycloBHAX
MOKa3bIBa€T HAMHOTO OoJjiee HU3KHE 3HAYEHUSI KOHBEPCHHM TOJIyOJia M CEJIEKTUBHOCTHU
npeBpaileHuss HadTaluHa B MPOAYKTHI OJHOTO TUAPUPOBAHMUS;

Karanuzatop nHa ocHoBe AIl-HMS(10), comepxamuii MeEHbIINE IO CPaBHEHHUIO C
Karanu3zaropoM Ha ocHoBe Al-SBA-15(5) konuyecTBa MIATUHBI U NAJUIAAUSA, a TaKKe
NPUTOTOBIIEHHBIM C UCIHOJB30BaHUEM 0oJiee JIOCTYMHBIX HCXOJHBIX COEIUHEHUH,

oOnasaeT He YCTYMArMIeH B THAPOACapOMaTH3alUN TU3EIbHON (PPaKIIU aKTUBHOCTHIO.



Anpo6anus pe3yJabTaToB HccjaenoBaHusi OCHOBHBIC MaTepHabl JUCCEPTALIMU OBLIH

npencrasieHsl Ha [V Beepocceuniickoit kondepennnu "AkTyanbHble TpooiieMbl HedpTeXxumun"
(3Benuropon, 2012) m Ha 17-i1 MexaynapoaHoit koHdepenuuu “Zeolites and ordered
materials: bridging the gap between nanoscience and technology” (Moscow, 2013).

Iyoaukanun. [lo marepuanam nuccepTanuu omyOJIUKoBaHO 4 pabOThI, B TOM YHCIIE

2 cTaThbU B pELEH3UPYEMBIX HAYUHBIX )KypHaJlax, pekoMeH10oBaHHbIX BAK P®.

O0BbeM paboThl. JnuccepranonHas paboTa COCTOUT U3 BBEACHHs, 0030pa JTUTepaTyphl,

OKCIIEPUMEHTANIBHON YacTH, pPe3yJbTaTOB M HMX OOCYKJEHHUS, OCHOBHBIX PE3yJbTaTOB U
BBIBOJIOB, a TaK)Xe CIIMCKa IUTUPYyEMOU jauTepaTtyphl. PaboTa u3noxena Ha 122 ctpaHuiax
MAITUHOMUCHOTO TEKCTa, COASPKHUT 48 pucyHKOB W 36 Tabmui. CHHUCOK JTUTEPATypPhI
BKtouaet 101 HanmeHoBaHue.

OcHoBHOE coep:xkaHne padoThl

IlepBas rjaBa npeacTaBisieT coO0W BBEIEHUE, B KOTOPOM 0OOCHOBaHA aKTyaJlbHOCTh

paboThl, chOpMyIHPOBAHBEI OCHOBHBIE LIEJM W 3aJaud HCCIEOBAaHMs, MOKA3aHbl Hay4Has
HOBHU3HA pabOThI, €€ MpaKTHYeCKasi 3HAYMMOCTb U YKa3aHa anpooarusi.

Bo BTOpOIi ri1aBe npenacraBieH 0030p JUTEpaTyphbl, UMEIOIICH OTHOILIEHHWE K TeMe

JUCCEPTAlMOHHON paboThl. B HEM paccMOTpEHbl THUIBI APOMATHUYECKUX COEIMHEHH,
BXOJSIMX B COCTaB CPEIHUX TUCTUIUIATOB, TEPMOJANHAMUYECKUE U KUHETUUECKUE ACTIEKTBI
TUAPUPOBAHMUS. MOHO- U IOJIMAPOMATHYECKUX YIJIEBOJIOPOAOB, MPEBPAIIEHUE CEPHUCTHIX
COCIIMHEHUI B YCJIOBMSX TI'MIPOJEapOMAaTHU3ALMK, TMAPUPYIOIIAs aKTUBHOCTH IUIATUHO-
NaJaJMeBbIX KaTaau3aTOpOB M MX YCTOMYMBOCTH K OTPABICHUIO CEPHUCTBIMU
COCIMHEHUSMHU B CBIpbE, MPUBOAUTCS AHAIM3 ONMCAHHBIX B JINTEPAaType Pe3yJbTaTOB IO
TUAPOJICapOMATH3aMK  HEPTAHBIX (pakuuil pa3IMvyHOrO COCTaBa Ha OHWMETaJIM4YeCKUX
MJIaTUHO-NAJJIAUEBBIX KaTajau3aropax, OIHMCAHBI IIPOMBIIIJIEHHBIE MPOLIECCHI
TUIPOJIEapOMATHU3ALMH CPEJHUX JUCTHILISATOB.

B Tperbel riiaBe IMPpUBOOUTCA OIIMCAHHC 00BEKTOB H MCTOJOB HMCCIICOOBaHUA.

B wacTHOCTH, M310)KEHBI METOJMKY TOJIYUYCHUS TPAHYJIMPOBAHHBIX IJIATHHO-TIAJIATUCBBIX
KaTaJu3aTopoB, BKIIOYAs CHHTE3 CTPYKTYPHUPOBAHHBIX ME30MOPHUCTBIX ATFOMOCHINKATOB
tunoB Al-SBA-15 u AI-HMS co 3nauenusimu aromuoro coorsomrenus Si/Al or 5 mo 100.
[IpencraBiieHbl yCIIOBUSL TMPOBEACHUS JKCIEPUMEHTOB IO TUAPUPOBAHUIO MOJCIBHBIX
cMecel U TUApoAeapoOMaTH3aIuU TU3ETbHON (paKIuy, OMICAHBl UCIIOH30BAHHBIC (PU3UKO-

XUMHNYCCKUC MCTO/JAbI aHaJIN3a HCXOAHOI'O CBhIPbA U COCTaBa IIPOJAYKTOB.



B kaxxnoM cuHTE3€ CTPYKTYpUPOBAHHOI'O ME30MOPUCTOrO alFOMOCHIIMKATA B KAU€CTBE
UCXOJHBIX COCAMHEHUN KPEeMHHUS W aFOMUHHS ObUIM MCIOJB30BAaHbI TETPA3TOKCUCHIIAH —
(EtO)4S1 u emop-6ytokcun amomuHus — (émop-BuO);Al. B kadecTBe MOBEPXHOCTHO
aktuBHOTO BemiectBa (IIAB) B cunre3e marepuanoB Al-SBA-15 ucnonbs3oBanu TpuOIOK-
COMOJIUMEP MOAMATHICH- U noaunponmieHokcuaa (EtO),o(PrO);o(EtO),, — mmtoponnk P123,
a B cunrese Al-HMS — u-rekcagenuiiaMuH.

DJIEMEHTHBIM COCTAaB ME30MOPHUCTHIX ATIFOMOCHIIMKATOB OMPENEISIN METOJAOM aTOMHO-
a7COpOLIMOHHOM creKTpoMeTpuu. [laHHBIE O CTPYKTYPHBIX XapaKTepUCTHKax 0O0pa3lioB
OBLIY MOTYYEHBI TAKUMHU METOJaMH, KaK HU3KOTEMIIepaTypHas aacopOuus/aecopOius a3oTa,
pentreHodaszoBbiii aHanmu3z (POA) mHa ManpIX yriiax ¥ HPOCBEYMBAIONIAS DSJICKTPOHHAS
MHKPOCKOMIUS (ITOM). Kucnorurnie CBOMCTBA HUCCIIE0OBATHA METOJIOM
TepMomnporpammupyemoii ecopormu (TITJT) ammuaxa. Crerens BxoxaeHus nouoB Al'" B
CTPYKTYPHYIO PEIIETKY aJIIOMOCHUIIMKATOB OINpEAeIsii METOAoM TBepaoTenbHoro AMP Ha
sapax Al7.

Ha ocnoBe wmarepuanoB Al-HMS u Al-SBA-15 ¢ npumenenuem rmceBaoOemMura
(AIO(OH)'nH,0) B kadecTBe KOMIIOHEHTa, OOJAMArOIIETO CBs3YOImEH (QyHKIueH, Obun
MIPUTOTOBJICHHI JIBE CEpUU TpaHyIupoBaHHBIX Pt-Pd karanmsaTtopoB rumpoeapoMarusaiiui,
coaepxkamtue 0,20-0,25 mac. % mnatunsl u 0,8-1,0 mac. % namnaaus. Merogom [19M ObutH
noyiydeHbl ~ MHKpodoTorpaduu  HamOoyiee  aKTUBHBIX  OOpaslloB  KaTaJIM3aTOpPOB,
WHJIMBUAYaJIbHBIA COCTaB 4YacTUIl OJIarOPOJHBIX METAUIOB OB TPOBEACH METOJ0M
SHEProJUCIIEPCUOHHON pPEeHTreHoBCKOM criekTpockonuu (DPC), BaleHTHBIE COCTOSHUS
IUTATUHBI U TAJJIaAMs B KaTalu3aTopax META/UIOB YCTAHOBJIEHBI METOAOM PEHTT€HOBCKOMU
doTornexTpoHHoi ciekTpockonuu (POIC).

['unpupoBanue apoMaTHYECKUX VYIJIEBOJAOPOJOB B COCTAaBE MOJEIBHBIX CMecei
OCYILIECTBJISUIM B aBTOKJIABE M Ha JaOOpaTOpPHOW MPOTOYHOM YCTAHOBKE B HMHTEpPBAJC
temmepatyp 200 — 300°C, naBnenun Bogopoaa 30 u 50 atm. B kauecTBe MOJECIBHBIX CMeCEi
OBUTM HCIIOJIb30BaHbl PA3IMYHBIE PACTBOPHI TAaKUX AapOMATHUYECKHX COCIUHEHUH, Kak
2-metunHadTanuHa, HadTanuHa, TETpajdvHa, TONyoJla U JUOEH30THO(EHAa B H-TENTaHE.
[IporyKThl peBpallleHrss UHANBUAYAJIbHBIX YIJIEBOJOPOJAOB aHAIM3UPOBAIU METOJOM Ta30-
KUJIKOCTHOM XpomaTtorpaduu; HASHTUPHUKALMIO MPOIYKTOB MPOBOJUIU C TOMOIIBIO
XpOMaTo-Macc-creKTpoMeTpun. OnpeeseHne CoIepKaHus apoOMaTUYECKUX YTIIEBOJOPOI0B
B JM3ENbHON (pakiuu 10 U TOche TUApoAeapoMaTH3allud MpoBoaAWiIn MmeTogoM BOIXX

coritacHo ['OCT P EH 12916-2008.



YerBepTasi _rjgaBa COCTOUT U3 ABYX pas3aciioB. HepBBIﬁ pasacia IIOCBAIICH

WCCIIEJIOBAHNIO 3aKOHOMEPHOCTEH THApOIeapOMaTH3AIMHA YTICBOJOPOTHOTO CBHIPhS Ha
karanmuzaTopax cocraBa Pt-Pd/Al-SBA-15/y-Al,O;. Ha nHadanmbHOM 3Tame crosja 3anada
CHHTE3a KHCIOTHBIX KOMIIOHEHTOB TUIATHHO-MAJIAINEBBIX KaTAIH3aTOPOB — ME30TIOPHCTHIX
amomocuinkatoB tuna AI-SBA-15 ¢ pa3nuuHbIMU KUCIOTHBIMU XapakTepucTukamu. s ee
permieHust ObUT BRIOPAaH TOIXOJ, 3aKIIFOYAIONINIACS B BAPHbUPOBAHUN aTOMHOTO COOTHOIICHHS
Si/Al B Me3omopucToM MaTepuare.

Bo Bcex cuntesupoBaHHbix Marepuanax Al-SBA-15 aromHoe cootHomenue Si/Al
OJM3KO K MOJBHOMY COOTHOLICHHMIO UX MCXOAHBIX COCJUHEHHUH B pEaKLMOHHON cMecH, B
CBA3M C 4eM jainee oHU OyayT obOo3HaueHbl kKak Al-SBA-15(X), rme X — aromHoe
cooTHoteHue Si/Al B Me30mopucToM MatepHaiie.

Jlnst Bcex oOpasnoB Al-SBA-15(X) xapakrepHo Hanuuue netiau rucrepesuca [V tuna
Ha H30TepMax ajcopOuuu/aecopOuuu a3oTa, a TaKKe Y3KOe paclpeaeieHue Mop 10
pasMepaM ¢ MOJOKEHHEM MaKCMMyMoB B uHTepBane 40-75 A, uro moarsepxkmaeT ux
ME30MOPUCTYI0  CTPYKTypy. OObcuer

motepm Metoom BJH naer 3uauenms Tabmuna 1 — Ctpykryphsbie cBoiictBa AI-SBA-15(X)

yAENbHBIX MIOBEPXHOCTEM (Syn), Al_(s)}?:ie: 5 Syzg ,Slxz;z/r Dn;g A Vng,:;f/r
cpennux amamerpoB mop (Dyep) M HX AL-SBA-15 (10) 753 6 0.88
YAC/LHOTO obnema (Viop): | AI-SBA-15 (40) 816 | 74 | 1,18
MpeACTaBlIeHHbIE B  Tabiuie 1. Al-SBA-15(100) 848 43 0,64

CornacHo TpPUBENCHHBIM JaHHBIM, MaTepHalibl ¢ cooTHomeHueM Si/Al paBHeiM 5 u 10
MMEIOT MEHbIIME 3HAYEHUs Y/EJIbHOW MOBEPXHOCTH MO CPaBHEHHUIO C oOpasuamu c Ooiee

HHU3KHUM COACPIKAHUEM aJIFOMUHUA.

YHopsa04eHHOCTh CTPYKTYPBbI

10000
MaTcpuaoB MOATBCPIKACHA MCTOAaMH

1000

P®A u II9M. Ha pucynke 1 B kauectBe

Hurencusnocts/100

npumepa npencraBieH PDA cnektp u

MuKpodoTorpadus CTpyKTYpHUpPOBAHHOTO

1 10

BexTop paccesinns, s, am 1, d = 27/S
ME30TOPUCTOTO ATOMOCHITMKATA  Pycypox | —  Chektp PDA  (a) w
Al-SBA-15(100). mukpodoTorpadus (0) oopaszua Al-SBA-15(100)
CormacHo anamu3y meronoM SIMP Al*, B o6pasie Al-SBA-15(10) oamHa 4acTh HOHOB

+
AMOMUHMSL HMEET TETPadApUUecKoe OKPYKEHHE, COOTBETCTByIOmee KaTHoHam Al
HaXOJSIIMMCSI B CTPYKTYpPHOHM pelIeTKe allfOMOCHJIMKATa, a Jpyras — OKTadJIpU4ecKoe

okpyxeHue. J{os1 BHyTpUPEIIETOYHOIO aJIFOMUHMS B JAHHOM MaTepuajie COCTABIIAET OKOJIO
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63 %. B ciayuae marepuana Al-SBA-15(5) gacts noHoB Al’" MOMHMO yKasaHHBIX THIIOB
OKPYKEHUSI UMEET TaKKe U NeHTadipuieckoe. Jlos BHEPEIIETOYHOTO aTFOMUHUS JIJISl 3TOTO
obpasna Huxe, uem s AI-SBA-15(5).

AHanu3 KUCIOTHOCTH BCEX MATEPUAIIOB

031 —— ALSBA-15(5), 495 Micvon/r
Al-SBA-15  wmeromom  TIIJ ammmaka _, — — AL'SBA-15(10), 310 MxvoaB/T

E N Al-SBA-15(40), 130 mxMoas/T
MOKa3aj, YTO KOHIICHTPAIHsS KHUCIOTHBIX Eog- —— AL-SBA-15(100), 25 Mkvoas/r
[IECHTPOB  HA  MOBEPXHOCTH  oOpas3ioB =00

=

= 0.1
BO3pPACTaeT C YBCIMYCHUEM COJACPIKAHUS B

005 1  ferennn,
HUX aTioMUHUS B oOpasiax. OOmmid BUA .
cnektpos  TIIJT NH; u KOHuEHTparus ° 200 400 500 T.5C
KHCJIOTHBIX IEHTPOB U KaXKIOro 0oOpasia Pucynox 2 — Cnekrper T/ ammuaka

obpasioB Al-SBA-15(X)
MPUBEACHBI HA PUCYHKE 2.

IIpuroroBiienne karaaun3aropos cocraBa Pt-Pd/Al-SBA-15/y-Al,0; u ux cBoiicTBa

OnHolt U3 OCHOBHBIX 3a/a4 B Tpoiiecce mpurorosienus Pt-Pd katanuzatopos siBisieTcs
MOJIyYE€HUE Ha TOBEPXHOCTHU €r0 HOCUTENS MPEUMYIIECTBEHHO YacCTHUIl UHTEPMETAIIUIOB.
B nutepatypHbIX JaHHBIX UMEIOTCS CBEACHUS O MPEUMYIIECTBAX MCIOJb30BAaHUS HA CTaAUU
IIPONUTKHU B CIIy4a€ HOCUTEJEH Ha OCHOBE LIEOJIMTOB, COCIMHEHHUI TUIATUHBI U MaJIaausl, B
KOTOPBIX MOHBI METAJIJIa BXOJAT B cOCTaB kaTuoHa. ClielyeT OTMETUTh, UTO Ha MPOYHOCTh
aAre3u — OCHOBHOU (haKTOp, 0OECIIEUNBAIOIINI TOBBIIIICHHYIO CEPOYCTONYHBOCTD, CUIIHLHO
BIIMSET TMOJHOTA YyAAJCHUS BOABI BO BpPEMsl CYIIKM HOCUTEIEH MOCJIE HUX MPOMUTKHU
coenunenusmu Pt u Pd. [loaTtomy Bechbma BepOSITHO, YTO HaOIOJIaeMble MPEUMYIIECTBA
CBS3aHbl C T€M, YTO YKa3aHHbIE COCJAMHEHMS CIIOCOOHBI XMMHUYECKU B3aWMOJCHCTBOBATH C
TUAPOKCWIBHBIMHU TPYIIAMU IICOJIUTA, B PE3YyJbTaTe Yero HEMOJIHOTA YJaJeHUs BOJIbI MPHU
CYIIIKE TUTPOCKOMUYHBIX I[COJUTOB HE TaK CUIBHO yxymmaer aaresuto Pt-Pd wactun ¢
MOBEPXHOCTHIO 1IeonuTa. B KauecTBe MCXOAHBIX COCAMHEHUN IUJIATUHBI M MAJIagusl IpU
MPUTOTOBJICHUU OMMETAINTUYECKUX KaTaln3aTOpOB Ha ocHOBE MaTtepuaioB Al-SBA-15 Obuin
BbIOpanbl [Pt(NH3)4]Cl, u [PA(NH3)4]Cl,, mockonbKy, COTIacCHO JUTEPATYpPHBIM JaHHBIM,
HaWydIlllue€ pe3yjbTaTaThl B THUIApOJCApPMATH3ALUA JOCTHUTAIOTCA Ha KaTalu3aTopax,
MOJYYEHHBIX C MPUMEHEHHEM HMMEHHO 3THUX COCIMHEHHU. YCIOBUS CYIIKM M aKTUBALIMU
OBLIIM BBIOpAHBI B COOTBETCTBUU C TEMU YK€ TUTEPATYPHBIMU METOIUKAMH.

bblna mpuroToBiieHa cepus KaTaau3aTopoB C COAEPKAHUEM METAIIMYECKUX IIATUHBI U
namaaus 0,25 u 1,0 mac. % cootBercTBeHHO. OO011as cxemMa IPUrOTOBJIEHUS KaTaIU3aTOPOB

MPEJICTABJICHA HA PUCYHKE 3.
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B rpouecce MIOJTy4EeHUS

i ALSBA.15x) | | Heestobemur |1 0,2 M BotHbIii
Hocuteneii  katanusatopos  catana | AFSBA-ISX) || A10(0H)- n H,0 || pacsop HNO,
rOTOBUJIACH CMECh IOPOLIKOB v

DKCTPYAATHI
MC30IMOPUCTOTO Marcpuajia u anaverpon, 0.7-0.8 ot
CBA3YIOLICTO B MaCcCOBOM - Cymmxka; npoxausanxe 550°C
coorHomernu  30/70. Haﬂee K CMECH Hocurear cocraBa

Al-SBA-15(X) / y-Al,0,
- Hanecenue Pt (0,25 mac. %)
u Pd (1,0 mac. %)

no0aBIsjIcsl  pa30aBIICHHBIN  PacTBOP

HNO; ¢ 1nmenpro mnenTu3aluv, B

Karanmzatop

pe3yibTaTe KOTOPOM  MPOUCXOIMIIO Pt-Pd /AI-SBA-15(X)/y-ALO,

B3aHMO/ICHCTBHE TOBCPXHOCTHBIX  pyeygok 3 — Cxema npuroToBieHns Pt-Pd
TUAPOKCUIBHBIX TPYIIT ME30TIOPHCTOro — KaTain3aropos Ha ocHose Al-SBA-15(X)
Marepualia u TiceBJo0eMuTa. YKa3aHHOE COOTHOIIIEHHUE MEXKITY ME30MOPUCTHIM MaTEpPHAIIOM
U T1ceBnoOeMUTOM OBUIO BBIOPAHO HAa OCHOBAaHUU TMPEABAPUTENHHBIX HKCIEPHUMEHTOB,
KOTOpBbIC TIOKa3ajld, YTO OOJbIIee COACPKAHWE AaKTHMBHOIO KOMIIOHCHTA IPUBOIUT K
CHI)KEHHUIO MPOYHOCTU rpaHyid. [loCKOIbKY NpH MpPOKaIMBAHUU AKCTPYJATOB MPOUCXOIUT
pasnoxkenue ncepnodbemuta a0 y-Al,O; ¥ BOABI, TO MacCOBOE COAEPKAHUE ME30MOPUCTOTO
Marepualla B HUX IOCie NpokanuBaHusa ysenuuuBaercs ¢ 30 nmo 35 mac. %. [lanee Ha
TpaHyJibl TPOMUTOYHBIM METOJOM OBbUIM HAHECEHBI COCAWHCHWS IUIATUHBI U TaJliaaus,
MTOCJIC YEeTO CIICI0BAJIA CYIIIKa M aKTHBAIUS B CIICITUATBHBIX YCIIOBHSIX.

[ToarotoBky 00pa3IOB KaTaIM3aTOPOB MPOBOIAMINA B MPOTOYHOM KBApPILIEBOM DPEAKTOPE,
JUIsL 4ETO B HETO 3arpyKaiu BeicylneHHbIM npu 60°C B Bakyyme oOpasell ¢ HaHECEHHBIMH
Mmetaiamu. Jlamee oOpasel] cHa4yajga MeEIJIEHHO HarpeBaid B Toke Bozayxa g0 300°C,
MPOKAIMBAIIA 3 4 TIPH 3TOW TEMIIepaType, Mocie Yero MPOBOIWIM BOCCTAHOBICHUE B TOKE
Bogopoaa npu 400°C B Teuenue 15 4. [To MCcTEUEHUH 3TOrO BPEMEHH FOTOBBIA KaTaaK3aTop
BBITPY’KaJii U Jajiee Ha HEM HCCIeI0BaIl THAPUPOBAHNE apOMATUYECKUX YIJIEBOJOPOIOB B
aBToKJaBe. Haunbonee akTHBHBIM 0Opaser] ObUI MPOTECTUPOBAH TaKKe W B MPOTOYHOU
YCTaHOBKE.

[IpuroroBnennpie TakuM 00pa3OM KaTaau3aTopbl gaiiee B paboTe 0003HAYCHBI KaK
Pt-Pd/AI-SBA-15(X)/y-ALLO;. Taxxe B kauecTBe 00pa3ll0B CpaBHEHUsI ObUT MPUTOTOBJIEHBI
karanmuzatop Pt-Pd/y-Al,Os;, He conxepxamuii ME30MOPUCTHIA  AIFOMOCWIMKAT, W
Pt-Pd/HY/y-Al,O;, B KayecTBE KHUCIOTHOI'O KOMIIOHEHTa KOTOpPOTO OBLI HCHOJIb30BaH
Y-nieonmutr B kucinotHoit dopme ¢ momynem (SiO,/Al,O;) paBHbiM 55. MaccoBas noiis
[IE0JIUTA B MOCJIETHEM KaTaiau3aTope Obuta Takoi ke, kak u Aojs marepuanoB Al-SBA-15 B

Pt-Pd xaTanuzatopax Ha UX OCHOBE.
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[TonyuyeHnnslie Ha OCHOBE
MaTepragoB Al-SBA-15
KaTajqu3aTopbl OBUIM  HCCIIeIOBaHbI
METOA0M [IPOCBEYUBAIOLICH

AJIEKTPOHHOM  MHUKpockonuu. Ha

pUCYHKE 4 IIPEACTaBICHbI

Mukpodororpaduun Pt-Pd m—_ . n 3

KaTaJIn3aTopoB Ha ocHoBe PucyHOK 4 — Mukpodororpaduu Pt-Pd xaTamusaropos
AI-SBA-15(5) i Al-SBA-15(100) Ha ocHOBe Al-SBA-15(5)(a) m AI-SBA-15(100)(0)

I[J'I}I TOI'0 YTOOBI YCTaHOBUTD BJIIMSAHUC KUCIIOTHOCTH ME30IMMOPUCTOI'O KOMIIOHCHTA Pt-Pd

KaTaJn3aTopa Ha SHEPTrHUIO CBSI3U 3JIEKTPOHOB B aTOMaxX METAJUIMYECKUX YACTHUIl MJIATUHBI U
najyiagusi Ha TIOBEPXHOCTH HocuTens, karainuzatopbl Pt-Pd/Al-SBA-15(5)/y-ALO; u
Pt-Pd/Al-SBA-15(10)/y-Al,O3 6b111 uccnegoBansl MmetogoM POOC. B ciyuae kaTtanuzaropa
Ha ocHoBe AI-SBA-15(5) B cmekTpe TOBEPXHOCTHOTO CJOSI TPUCYTCTBYIOT TTHUKH
meraumyeckoro namaaus Pd° ¢ sHeprusmu cBsizu 337,3 3B — nns 3d** u 341,5 3B — s
3d** u JIBYXBAJICHTHOTO MaJlJIaaus pd** (338,1 3B s 3d? u 342,6 3B s 3d3/2), JInnusa
Pt4f-snexTpoHOB, KOTOpas B CBS3M C OJM3KMUMH 3HAYCHUSIMU DHEPTUM  CBSI3HU
Al2p-37eKTpOHOB HaKJIaJbIBa€TCsl HAa HUX CHEKTP, B HCCIEIOBAaHHBIX 00paslax, Hu3-3a
BBICOKOT'O COZIEpKaHUsl AIIOMUHUSL He HAaOI0JaeTCsl.

B cnekrpe Pt-Pd/Al-SBA-15(10)/y-Al,O; (pucyHOK 5) Tak:ke MOXHO BBIICIUTH JBa

COCTOSIHMSI aTOMOB TaJIIaiusl, HO B OTIIM4ME OT oOpa3ia Ha ocHoBe Al-SBA-15(10) sneprun

CBSI3U DJICKTPOHOB 3aMETHO HMIXKE. 0057 @ 0,05

o
-3
=

0,04

Tak, SHeprusi CBSI3U AIEKTPOHOB

5
=
Py

METAUTMYECKOTO  Majiagus B o

o
>
N1

0,02

JAHHOM cily4ae coctasisieT 335,5 u

HHTEHCHBHOCTH

5
>
=

0,01

N,
N P
ag-oz%

= , — 0
334 339 344 332 337 342 347
1’8 " 038 3B MEHBIIIE o JHeprus cBsi3u, 3B JHeprus cBsi3H, 3B

CPABHEHHIO o Pt-Pd/AL-SBA- Pucynok 5 — Banentneie coctrosust nmamiaaust Pt-Pd

karanu3zaTopoB Ha ocHoBe Al-SBA-15(5) (a) wu
15(10)/y-AlOs. Al-SBA-15(10) (6)

CornacHo pe3yiibTaTaM, IOJNYYCHHBIM C HCIIOJIb30BAHUCM BPC-CHGKTPOMCTpa,

340,7 3B, 4TO COOTBETCTBEHHO Ha

MOJKIFOYEHHOTO K MPOCBEUYMBAIOLIEMY MHUKPOCKOIy C BBICOKMM pa3pelieHUEM, Ha
MOBEPXHOCTH HOCHUTENSI PACIOJIOKEHbI B OCHOBHOM HEOOJBIINE, C AMAMETPOM 2-8 HM,
YaCTUL[bl, COCTOSAILME W3 HMHTEPMETAJUIMAA I[UIATUHBI U Tajjlagvs, HO HMEETCS TaKXke U
3aMETHOE YMCJIO KPYIHBIX C AUAMETPOM, JIOCTUTAIOLIUM 25 HM — JAHHBIE YaCTHUI[bl COCTOST

H3 1aj1aaaus.
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I'uapupoBaHue apoMaTHYeCKUX COeIMHEHNH B COCTaBe MO/IeJIbHBIX CMeceil u
THAPOOUNIIEHHOM Au3ebHON ppakuuu Ha KaTtaau3zaTopax Pt-Pd/Al-SBA-15/y-ALO;

B kauecTBe MOAENBHBIX CMECEHl Ui UCCIENOBaHUS TUAPUPOBAHUS 0e3 100aBICHUS
CEpaoOpPraHuyecKoro BElIeCTBa, UCMONb30BaIM 6 mac. % pacTBOop 2-MeTunHadTalvHA B
H-C7H ¢, comepskamuit 33 mr/kr cepsl, u pactBop 18 mac. % Tomyona u 4 mac. % HadTanuHa
B H-C;Hjs ¢ comepxanuem cepel S5 Mr/kr. Hanuuume cepHHCTBIX COEIUHEHHH B CMECSX
00yCIIOBIIEHO WX M3HAYAIBHBIM COJIEP)KaHUEM B HCXOTHBIX ApOMATUYECKHUX YTIEBOAOPOIAX.

DKCHEPUMEHTHI IO U3YUYEHUIO ruapupoBanus 6 Mac. % pacTBopa 2-MeTuaHapTalIlHA B
H-C;H¢ mpoBoaunu B aBTOksaBe. Karanmusatop, Ha KOTOPOM JOCTHUraluCh HauOOIbIINE
KOHBEPCUU M CEJIEKTUBHOCTH IO TMPOAYKTaM IIOJHOTO THIPUPOBAHHUS B MPUCYTCTBUHU
muoenzornodena ([IbT), 6b11 uccienoBan Takxke v Ha 1a00OPATOPHON MPOTOYHON YCTaHOBKE.
Bce okcriepuMeHTHI B aBTOKJIAaBe MPOBOAWIN B uHTepBaie Ttemmeparyp 220-300°C,
HayaJbHOM [ABJICHHH BOJOPOJA NPH KOMHATHOW Temmeparype 30 aTM., HNATHKPaATHOM
n30BITKE BOJIOPO/Ia U MOJIBHOM COOTHOIIEHUH CyOcTpat/mMeTaut paBHoM 30.

Bce mnomydennble karanuzatopsl Ha ocHoBe Al-SBA-15 B yka3zaHHBIX YCIIOBUSIX
OPOSIBWIM BBICOKYIO AaKTUBHOCTh B TUAPUPOBAHUU 2-MeTwiaHadTanuHa. OOpa3oBaHUs
MPOAYKTOB pa3phiBa KOJEL He HAa0JII01aI0Ch.

Tak, koHBepcusi 2-meTwiHadranuHa Ha oOpasue Pt-Pd/Al-SBA-15(100) B usyueHHOM
MHTEpBaJie TeMIIepaTyp coctasisiiia ot 82 % /1o konuyecTBeHHOM (Tabnuua 2). Kak BunHo u3
MPUBEICHHBIX JAHHBIX, Tpu Temmeparype 280°C HaOIOIAacTCS MHHHMYM KOHBEPCHH
cybcrpara.

Tabnuna 2 — BriustHue TemmnepaTypsl Ha pe3yJIbTaThl THAPUPOBaHHS 2-MeTWIHA(TaMHA HA Pt-
Pd/Al-SBA-15(100 )/y-Al,O3; P(H,),. = 30at™., T =34, cy6ctpar/(Pt+Pd) =30 (Monb/MoIIB),
qucn.(HZ)/ VTeop(Hz) = 5

Temneparypa, °C
Hoxazarers 220 240 260 280 300
Konsepcus, % 100 100 100 82 99
CenekTuBHOCTD, %:
2-METUICKATUHBI 35 99 69 39 56
2- 1 6-METUATETPAINHBI 65 CHeapl 31 61 44

Takoe HEOOBIYHOE TMOBEIEHHE KAaTaJM3aTOPOB OMHMCAHO TaK € U B JIMTEPATYPHBIX
JAHHBIX B OTHOUIEHUM |-MeTuiHadTaanHa U OOBSICHSAETCS TEM, YTO aKTUBHOCTU KHUCIOTHBIX
ueHTpoB bpencrena u JIbtouca mo-pa3HoMy 3aBUCST OT TeMIEPATypbl: aKTUBHOCTh OJJHUX C
POCTOM TEMIEPATYPHI YBEIINUUBAETCS, IPYTUX YMEHBIIAETCS.

OnTumanbHOW TeMIEpaTypod A TMIPUPOBAaHMSA HA YKa3aHHOM KaTalu3aTope, Io-

BUIIMIMOMY, MOKHO cumtarh 240°C, mpu KOTOpOM KOHBepCHsi OJM3Ka K KOJMYECTBEHHOM, a

14



Collep’KaHM€ TPOJYKTOB TOJHOTO TUAPUPOBAHUS  (2-METUIACKAIMHOB)  JIOCTHTaeT
MaKCUMaJIbHOTO 3HAYEHUSI.

ITpu temmneparypax 240 u 260°C Ha BceX MPHUTOTOBICHHBIX Ha OCHOBE MAaTEpPHAJIOB
Al-SBA-15 xaranuzatopax, ObUIO HCCIEIOBAaHO THApUpoBaHue 2-MetwiHadranuHa. [Ipu
240°C karanuszarop Ha ocHoBe Al-SBA-15(100) nmen HaubOIbIIYO aKTHBHOCTE. KoHBepCHs
2-metunHadTaNMHA OblJIa KOJMYECTBEHHOM, CEJIEKTUBHOCTD MO 2-METHIIIeKaTnHaM OJTU3KOH
kK 100% (tabnuma 3). BTopsiM 0 aKTHBHOCTH B JIaHHBIX YCIIOBHUSIX OKa3aJCsl KaTajJu3aTop
Pt-Pd/Al-SBA-15(5)/y-Al,Os. TIpu Temneparype 260°C curyaruss oOpaTHas, ¥ HanOoJee

aKTHBHBIM OKa3bIBaeTcsi oOpazen Ha ocHoBe Al-SBA-15(5).

Tabmuma 3 — BrausHue kuciaotHoro kommnoHeHTa Hocutens Pt-Pd/Al-SBA-15/y-Al,O; nHa
pesyiabTaThl ruapupoBanus 2-metwiHapTamuaa (260°C; 1 = 3 9, P(H))uauammoc=30aTM.,
cyocrpat/(Pt+Pd) = 30 Mosib/MOJIB)
Karanuzarop Ha ocHoBe Al-SBA-15(X)
[Tapamerp v-Al,O5 6e3 _ _ _ _
ALLSBA-15 X=5 X=10 X =40 X =100
T =240°C
Kousepcus, % 97 99 94 ~100 ~100
CeneKTUBHOCTD, %
2-METHUIJIEKAITNHBI 6 87 37 18 ~100
4- 1 6-MeTUNTEeTPaINHbI 94 13 63 82 clenbl
T =260°C
Konsepcus, % - 98 96 ~100 ~100
CeneKTuBHOCTD, %
2-METUJIIEKATNHBI - 82 41 39 70
4- 1 6-MeTUITETPAIINHBI - 18 59 61 30

Ha xaranuzatope, He conepxariem matepuan Al-SBA-15, Habmto1anocs NpakTHYECKH
KOJMYECTBEHHOE  TUIpPUpPOBaHWE 2-MeTWIHApTAIMHA 70  TPOAYKTOB  HEMOIHOTO
TUAPUPOBAHUS — 2- U 6-METUITETPATIUHOB.

[TpyunHa TaKoro MOBEAEHUS TaHHBIX KaTalu3aTOPOB B 3aBUCUMOCTH OT TEMIIEPATYPHI,
CKOpee BCEro, 3aKjioyaeTrcss B TOM, YTO HpPU  MOBBIIIEHUU TEMIEPATYPhl YXYAIICHHE
azcopOIMK apoOMaTUYECKUX YTIJIEBOJIOPOJOB B chydae katanuzatopa ¢ Al-SBA-15(5)
HAOJIIOJIaeTCs B MEHBIICH CTENEHU MO0 CpaBHEHHUIO ¢ 00pa3iioM Ha ocHoBe Al-SBA-15(100).
Yxyniienue aacopOIuy MPOUCXOAUT U3-3a 00Jiee BBIPAXKEHHOTO CHIDKEHHS 3JIECKTPOHHOMN
IJIOTHOCTH C MIOBEPXHOCTH YACTHUI] METAILIOB 00pasiia ¢ O0JIbIIel KUCIOTHOCTHIO.

OngHuM U3 TaBHBIX TpPeOOBaHUN, KOTOPHIM JOJIKEH COOTBETCTBOBATH KaTallM3aToOp
BTOPOM CTaJAuM TUIAPOJCApOMATU3ALNU, SBISETCA €ro YCTOMYMBOCTb K OTPABJICHUIO
CEpPHUCTHIMHU coeuHeHusAMH. [loaToMy B naHHOW paboTe KaTamu3aTopbl, MOKAa3aBIIUE B

TUAPUPOBAHUU 2-MeTHIIHA(TaTNHA HAHOONBIIYI0 aKTUBHOCTh, OBLIIO PEIIeHO onpoOoBaTh B
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TUAPUPOBAHUM MOJEIBHOIO YIVIEBOJOPOJHOIO ChIpbs, coxepxauiero JBT. B kauectse
MOJIETTLHOM cMecH ObLT UCIOJIb30BaH pacTBop 6 mac. % 2-metunnadranuHa B H-C;Hg ¢
no6asnennsiM B Hero JIBT B kommuectBe 400 mr/kr B mepecuere Ha cepy. Beidop BT
oOyCJIOBJIEH Te€M, 4YTO B CpPEIHUX AUCTHIUIATAX TMOCJIe TEPBOM CTAaUU CEPHUCTHIC
COCIMHEHUS  MPEJCTaBICHbl  MPEUMYIIECTBEHHO WM U €ro  aJKWI3aMelIeHHbIMU
MIPOU3BOTHBIMHU.

N3yuenue oTpaBieHus MIaTHHO-MAUIATUEBBIX KaTaau3aTopoB Ha ocHoBe Al-SBA-15
IPOBOIMIIM IIPU OJHOM Temmeparype — 260°C, a ocTaibHbIE YCIOBHs, TAKUE KAK HAYaIbHOE
JaBJeHHE BOJIOPOAA, MOJIBHOE COOTHOIICHHE CyOCTpaT/MeTaibl U T.J. ObUIA TE€ Ke, YTO U
NpU HW3Y4YEHUM TUApupoBaHus 2-meTwiaHdranuHa 6e3 pobOasienuss JIBT. MonbHoe
COOTHOILICHHE MeTaJul/cepa BO BCeX IKCIEPUMEHTaxX paBHsIOCH 1,3.

B kadecTtBe wucciaeayembix o0pasiioB ObLIM BBIOpaHBl KaTalU3aTOPbl Ha OCHOBE
Al-SBA-15(5) u Al-SBA-15(100), rugpupoBanue 2-meTuiaHa(TaJuHa Ha KOTOPBIX MpHU
temneparype 260°C mporekaer ¢ HaubOIbIIENR KOHBEPCUEN U BBICOKOM CENIEKTUBHOCTBIO I10
2-metwiaekanuHaM. B kadectBe oOpasna cpaBHeHus Obul ucnoiib3oBan Pt-Pd/yAl,Os;, He
coAepKaluidi ME30MOPUCTBIM  ATIOMOCUIMKAT. ODKCHEPUMEHThI MPOBOAUIN CIEIYIONIUM
oOpazom. B aBTOkmaB 3arpykajii Karaau3aTop U MOJAEIbHOE Chiphbe, coaepxariee [[BT.
JITUTensHOCTh pEeakliMy B aBTOKJIABE COCTaBIIsIa 3 4, OCIe Yero MPOAYKTHI I€KaHTHUPOBAJIH,

a Ha YK€ MCIOJIb30BAaHHOM Karajau3arope mnocie npomeiBanus ero H-C;Hj¢ u cymku

HIOBTOPHO TIPOBOIHIIH TaKou xKe N arssaase [ arseasaco
sKcriepuMeHT. JlJis Kaxaoro u3 oOpasIoB 100 400 ppm s
OBLJIO MPOBEACHO IO 5 TOCIEIOBATCIIBHBIX «i 801 400 ppm S
ONBITOB M OBLIO YCTAHOBJIEHO, HYTO YIXKE gso' 7z
nocie 2-ro  MOCHeA0BaTeIbHOTO  OIbITA 540. 1
KOHBeEpCHs 2-meTunHadTaNINHA 1 :

0l N i NN 225 B\ 222
NpakTUUECKM He MeHsieTcss U Hambojee e e -t poosssbmg
AKTHBHBIM OKa3bIBACTCS oGpasery PHCYyHOK 6 — Bimsnne JIbT ma xomsepcuio

2-metunHadTanuHa Ha Pt-Pd kartanuszatopax
katamuzaTopa Ha ocHoBe Al-SBA-15(5) (260°C, Puu(H)=30 atm.; t = 3 u

(pucyHOK 6). cyoctpat/(Pt+Pd) = 30 Mmonb/mMoIb)

Kak BuHO W3 1aHHBIX, TPUBEACHHBIX Ha PUCYHKE 6, HANOOIBIIIEH CEpOYCTONUYUBOCTHIO
obmamaer  obOpaszen, coxepxkammii  Al-SBA-15(5), ana  KOTOporo  KOHBEpCHUS
2-metunHadTaIMHa Mocae 2-ro dKcrnepuMeHTa coctaBwiia 73%, mpu 3TOM B HPOIYKTax

COJIEpKAJIUCh B OCHOBHOM TeTpaiuHbl 97 wmac. %. B To e Bpemss Ha oOpasue, He
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colleprKaiieM ME30MOPUCTOro0 Marepuana, W Karainu3atope Ha ocHoBe AIl-SBA-15(100)
MPOIYKTaMHU SIBJSUTUCH TOJIBKO METUITETPATHHBI.

Jlanee Ha katanu3aTope, MOKa3aBLIEM HAMOOJbBIIYI0 aKTUBHOCTh B IKCIEPUMEHTaX C
TUAPUPOBaHUEM  2-MeTwiHaTanmuHa B  npucyrctBuu  JIBT, ObwUio  HMcciegoBaHO
THAPUPOBAHKUE CMECH, cojepxkamieit 4 mac. % tomyona, 18 mac. % nHadTanuaa u 150 ppm
JBT B nepecuere Ha cepy B H-C7H .

B kadectBe oOpasia cpaBHEHHsI, IOMUMO Karajau3aTropa Ha ocHoBe y-Al,Os, B paboTte
OBLT Tak)Ke MPUTOTOBJIEH IEOJMTCOJEp KAl Katanuzatop ¢ HocuteneM HY/y-Al,O;, B
KOTOpPOM B KauecTBE KHCJIOTHOTO KOMIIOHEHTa Hcmoib3oBajics neonut HY ¢ monynem
(Si0,/A1,05) = 55. Jlo6aBnenne [ABT B kommuectBe 150 MI/KT B MOJEIBHYIO CMECh,
COJICpKAaIyl0 apOMAaTHYECKUE YTJIEBOAOPOAbI, MNPUBOJAUT K CHIKEHHUIO AaKTUBHOCTH
KaTaJu3aTopoB ¢ TeueHHeM BpeMeHu. Hanbosee 3aMeTHO 3TO MPOUCXOAUT MOCIE MEPBbIX 3 U
9KCIIEPUMEHTA B TIOTOKE M MPOSBIISAECTCS B YMEHbLUICHUU KOHBEPCUHU TOIYOJIa U MOSIBJICHUH B

KaTaju3aTe TeTpajirHa (PUCYHOK 7).

\c b - Iy
= 100 o T PUPUALSBAISE)/Y-ALOs 100 N .
E 80 + —-o=Pt-Pd/HY/ Y—AlgOs E z“ S0 - \ \A"’"'A.._A__A_A N
£ —PtPd/y-ALO: 2z o
£ 001 &4 B S 60 \
= ® 2= .
= ~
= 401 22 40 e
8 R oo
g % “\. = = o—o—s
& T S .
e 20 — C 20
z \'-:_::A:“—A—A—A >~ E
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Pucynok 7 — Usmenenune ruapupyromei aktuBHoctu Pt-Pd katanmusaropos 4 mac. % nadranuna,
18 Mac.% tomyomna u 150 mr/kr JIBT (Ha cepy) B #-C;H 6. 240°C; WHSV =2,1 ¢

Haubonee pe3ko NpouCXOIUT CHIKEHHE aKTUBHOCTH KaTalll3aTopa, HEe COJAEpKallero
ME30TOPUCTOTO AIFOMOCHIIMKATA, JJIsi KOTOPOro KOHBepcus Toiyosia uepe3 10 4 cocraBuia
Menee 1%. B To jxe BpeMs CelNeKTUBHOCTb MO JEKAIMHAM CHHXKAETCS] 3aMETHO MEHbIIIE, YEM
KOHBepcusi Tonyona (pucyHok 7). HauOomnbiryro cepoyCTOWYUBOCTH CpPEId H3YUYEHHBIX
00pa3IoB MposBUII KaTanusatop Ha ocHoBe Al-SBA-15(5).

Ha ocHOBaHuMM mNPOBEAECHHBIX WCCICAOBAHUN [JI JeapoMaTU3aldd JU3EIbHON
¢pakuuu Obul BeIOpaH Karanuzatop Ha ocHoBe Al-SBA-15(5). Ilpomecc mpoBomwiu mpu
temneparype 260° u nasnennu 30 at™. [HapooUHIieHHas Au3ebHAs (pPaKIus, MOTydeHHAasT
¢ He(renepepadaTLIBAIOILETO 3aBOa, UMena npeaensl Beikumnanus 180-360 °C u comepxkana
45 wmr/kr cepel. OTOOp nMpo® HAUMHAIM 4Yepe3 5 4 Mmoclie Hayana nojadu cbipbsi. OOliee

BpCMA OKCIICPUMCHTA B IIOTOKC COCTaBHJIO 12 4. HOJ'Iy‘-IeHHBIe PE3YJILTATHI (aHaJII/IS
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nposoaumics  merogoM  BIKX ¢ Tabmuma 4 — TmwapoxeapoMarw3aius JTH3EITBHOMN

UCIoNb30BaHueM pedpakromerpa B O¢pakumu Ha Pt-Pd/Al-SBA-15(5)/y-ALLOs. P(H,) =
30 atm.; WHSV = 2,4 a”'; Hy/chipse = 300 mem’/em®

KayecTBe JETEKTOPA, COIJIAaCHO
Coneprkanue apoMaTUIECKUX

cragaapty ['OCT P EH 12916-2008)

Ceipbe | KaTanusart
YTIIEBOOPOIOB, Mac. % P

npencrasiensl B Tabsuue 4. CornacHo Beero, 28.4 | menee 6,5

MPOBEICHHOMY aHAJIU3y, COJACpP)KAHWUE | B TOM YHCIIC:
MOHOApPOMAaTUYECKUX 23,0 5,4
I[MAY 5,4 menee 1,1

I[TAY B mMOJy4eHHOM  NPOAYKTE

cocrasigeTr menee 1,1 mac. %

Bo BTOpOM pa3zjaesie 4eTBEPTOH IJaBbl OIKCAHO HU3YUCHHC THAPOACapOMaTHU3allU

paznIuYHOro ChIphsi Ha Karamuzaropax Pt-Pd/Al-HMS/y-Al,Os. Ilockonbky ruapupoBaHue
MOJIENIBHBIX YTIJIEBOAOPOJHBIX cmecer, comepxamux BT, a taxxke ruaponeapomatuzanus
TUAPOOYMIICHHON JU3eNbHOM (Ppakiuyu C BBICOKOM 3(PGEKTUBHOCTHIO MPOTEKAIOT Ha
IUIATUHO-NAJIAJUEBBIX KATaau3aTopaXx Ha OCHOBE ME30MOPHUCTHIX ATOMOCUIMKATOB THIIA
AI-SBA-15, 06bi1o peimieHO B KauyecTBE KHUCIOTHBIX KOMIOHEHTOB Pt-Pd karamuzaropos
onmpo0OoOBaTh TaKXKE M CTPYKTYPUPOBAHHBIE ME30OMOPHUCThIE anroMocuiukarsl Tuna Al-HMS.
VYka3zaHHbIe MaTepHabl UMEIOT HEKOTOphIe MpenmMytecTBa nepen Al-SBA-15. B wactnoctu,
OHM O00Jagal0T 3aMeTHO OoJjiee BBICOKOM YAENbHOW TMOBEPXHOCTBIO, U HUX CHHTE3
OCYUIECTBIISIETCSI 32 MEHbIlIee BpeMs M B 3HAUUTEIbHO OoJjiee MATKUX ycinoBusax. Kpome
storo, B kadectBe I[IAB mns ux cuHTe3a ucnonb3yercs Oojee paclpOCTpaHEHHOE U
JOCTYTHOE BEIIECTBO — H-T€KCAJACIIUIAMUH.

B cBs3u ¢ Tem, uto ykazanaele npeumyniectBa Al-HMS umeror 6onbiioe 3HaueHue
MPEeXAEC BCETO MJisi MPOMBIIIICHHOTO MOJYyYEeHHS KaTaau3aTopoB, TO OMPOOOBAHHUE JAHHBIX
MaTEpHUaJioB ObUIO PEIICHO Jajiee MPOBOAUTb, OPUEHTUPYSCh TAKXKe HAa JPYTrUe Ba)KHbIC
C 3TOM TOYKM 3pPEHUSI MOMEHTHL. B 4acTHOCTH, Ha CTaAuM NPUTOTOBJICHUS KaTaJIM3aTOPOB
OBLJIO pEeIIeHO UCIONIb30BaTh 0OJiee JOCTYTHbIE COSAMHEHUS TUTaTUHbI U nauiagus — HyPtClg
u PdCl, Bmecto [Pd(NH;)4]Cl, u [Pt(NH;)4]Cl,, a Tak ke cHU3UTH 00IIee CoJep:KaHue
0JIaropoIHBIX METAJIOB B KaTanuzatope ¢ 1,25 no 1,0 mac. % mpu Tom K€ UX COOTHOIICHHH.
Takxke ¢ 1enbto OOJbIIEH JTOCTOBEPHOCTH OLIEHKM AaKTUBHOCTH KaTalu3aTOpOB BCe
SKCHEPUMEHTHI MPOBOJUIUCH HAa MPOTOUYHOM YCTAHOBKE, MCHOJIb3Yys MOJEIBHOE ChIPhE,
TOYHEE MOJEJIHPYIOIIEE COCTaB TMAPOOUYUIICHHBIX CPEIHUX NUCTUILISTOB MO CPABHEHUIO C
SKCIIEpUMEHTaMH Ha Katanu3aropax ¢ Al-SBA-15.

XapaKkTepUCTHKH KHCJIOTHBIX KOMIIOHeHTOB Pt-Pd kaTtanu3aTopoB — Me3011OPHCTHIX
amomocuiaukaros AI-HMS

beun momyuenst o6pasisl AI-HMS ¢ cootnomenuem Si/Al Ha craguu cuntesa 10, 40 u

100 B cootBercTBUM C JuTepaTypHol Meroaukoil. CootHomieHwe Si/Al B KOHEUHBIX
18



MaTepuanax OJM3KO COOTHOIICHUIO PEAareHTOB B PEaKUMOHHONH CMECH, TO03TOMYy B
nanpHeieM B pabote matepuansl OyayT o6o3nadeHsl kak Al-HMS(X), roe X — atomHoe
cooTHomIeHue Si/Al B anmoMocuiMKare.

Jliist Bcex 00pa3IoB Ha M30TEpMax HU3KOTEMIIEpaTypHOU ajcopOuuu/ necopOruu a3orta
XapaKTepHO HaJIWuue NMeTiau rucrepesuca IV u y3koe pacnpeneneHue nop mno pazmepam. Bee
marepuanbl  Al-HMS o6maganu  BBICOKMMH — yJE€JIbHBIMH [TOBEPXHOCTSIMH, OOJBIINM

eNbHBIM O00BEMOM TIOp U CpPEIHUM
e P ped Tabnuua 5 — CtpykrypHsble cBoiictBa AI-HMS(X)

pasmepom mop or 35 1o 39 A.

O6pazer Sy M/T | Dygps A | Vigp, M/1
Hanbonbiias — yzenbHas —TOBEPXHOCTH | A]-HMS(10) 935 35 1,04
(935 M*/r) 6bima y obpasua Al-HMS(10) Al-HMS(40) 881 37 1,10
AI-HMS(100) 898 36 1,17
(Tabnuma 5).

Marepuansl AI-HMS Obutn u3ydeHbl Takke METOAOM AUGPaKIMH PEHTTEHOBCKHUX
nydeid. Hamnume 4eTKo BBIPaXKEHHBIX MUKOB B 00J1aCTH 3HAueHuUit 20 2-3° CBUIETENLCTBYET O
HAIUYUHM  YOOPSAAOYeHHON cTpykTypbl. J[lms obOpasumoB Al-HMS(10) u  AI-HMS(40)
paccuMTaHHbIE MEXKITIOCKOCTHBIE PACCTOSHUS COOTBETCTBYIOT 33 A 1 39 A coorBercTBeHHO.
Ha pucynke 8a mpencraBinena wukpodotorpadus odpazna Al-HMS(100), Ha kotopoit

MOXHO BUACTH I'eKcCar OHAaJIbHBIMN XapaKTCp pacCIIOJIOKCHUA I1OP.

Merogom  TIIJI ammuaka s
obpasuioB  AI-HMS(10), Al-HMS(40) u
AI-HMS (100) Obu10 yCTaHOBIEHO, 4YTO

0,16

— AL-HMS(10) @

- - - ALEIMS(40)
— ALHMS(100)

vV, MKMOJB/(T*C)

oOrmras KOHIICHTPAIIHS KHACJIOTHBIX

HCHTPOB KaXIAOIO0 K3 HHX COCTaBJIACT 3 X i 0 200 400 600 500
. TeMOepatypa, °C

o AP 2N . O |
Pucynok 8 — Muxkpodotorpadus Al-HMS(100)
(pucyHok 80). (a) u TITI NH; oopasioB AI-HMS(X) (6)

COOTBETCTBEHHO 286, 162 u 47 MKMOJIBL/T

IIpurorosienue Pt-Pd karanusaropos Ha ocHoBe AlI-HMS u ux cBoiicTBa

[locne mnomydyenus: Hocutenss Karanu3aTtopa Ha ocHoBe Al-HMS mno wmeronuke,
aHaJIOTUYHOM TakoBOM mns MmarepuanoB Al-SBA-15, nocurens ObUT NMPOMUTAH BOJHBIM
pactBopoM coeauHeHui miatunbl U namwianus — H,PtClg u H,PdCl,, u3 pacuera momyuutsb
coorBerctBeHHo 0,2 m 0,8 mac. % MeTa/uIMUEeCKUX INIATHHLI M Majjagus B TOTOBOM
karanuzarope. Ucxonueiii pactBop H,PdCl, mnst mpuroroBneHust yka3zaHHOW CMeCH OBLI
nojiydeH pactBopeHueM xiopuna namtamus (II) B 0,2 M pactBope COJSHOM KHCIOTHI B
COOTBETCTBUU CO CTeXHOMETpuel oO0pa3oBaHus H3 Hero TeTpaxyoponamiagueBoit (II)
kucioThl. CyllKka HOCUTENEH Mocjie HAaHECeHUS Ha HUX YKa3aHHbIX COEAUHEHUM

OCYUIECTBIISIIACh B  MY(EIbHOM TMeYd C TOCTEHEHHBIM YBEIMYEHUEM TEeMIEepaTyphl.
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B otiinune ot Al-SBA-15 aktuBanus xatanu3atopoB Ha ocHoBe Al-HMS ocymecTisiiach B
IPOTOYHOM pPEaKTOpe B TOKE BOJOPOJA C MPOrPaMMHUPYEMbIM MOBBIIIEHUEM TEMIIEPaTypPbl
0e3 TpeIBapUTEIBHOIO BBIJCPKMBAHMUS TPU HATPEBAaHUM B TOKE BO3JyXa B TEUCHUE
JUINTETTLHOTO BpeMeHH. BoccraHoBieHHbIE 00paslbl KaTalau3aTOPOB OOO3HAYEHBI Kak
Pt-Pd/Al-HMS(X)/y-Al,O5;. B kauectBe 00pasiia cpaBHEHHsS aHAJIOTHYHBIM OOpa3oM ObLI
MPUTOTOBJIEH 00pasel karanuzatopa 6e3 Al-HMS.

AHanu3 karanuzatopoB MeroaoM [19M nokazain, yto
YaCTUIIBI METAJIOB PAaBHOMEPHO pPACHpPEAESICHbl IO
MOBEPXHOCTH KaTaJIM3aTOpPOB, a pa3Mep HUX YaCTHIl
coctapysier 70-120 A (pucynox 9).

B POOC crnektpe oOpaslia karaau3zaropa Ha OCHOBE
Al-HMS MOXHO BBIIEIHTH [Ba COCTOSHHS aTOMOB
namwiagusi. Cocrosuue ¢ 2Hepruedl cBs3u  Pd3ds),-
3JIEKTPOHOB paBHOM 335,53B OTHOCHUTCS K

METALUTUYECKOMY MAJIJIAINI0, a ¢ sHepruen ceszu 337,1 3B

— oxucieHHoMy mamtamuio Pd”. Jlons merammuueckoro Pt-Pd/AI-HMS(40)/y-Al,0;
najjiaans OT €ro OOIIero CcoAepKaHWs B IMOBEPXHOCTHOM CIIO€ JAHHOTO KaTalu3aTropa
cocTaBiigieT OKoJIO 33%. DJEKTPOHHBIE COCTOSHUS IUIATHMHBI YCTAaHOBUTH HE YJAJIOCh IO
MpUYMHE HalokeHUs crekTpa Pt4f s1nekTpoHOB Ha HAMHOTrO 0OJ€€ WHTEHCUBHBIN CIIEKTP
Al2p 271€KTPOHOB OT HOCUTEIS.

I'mapupoBaHue apoMaTHYECKHMX COeJMHEHUI B COCTaBe MO/IeJIbHBIX CMecel 1
THAPOOUYMILIEHHOI 113e1bHoI ppakuum Ha kaTaauzatopax Pt-Pd/Al-HMS-15/y-Al, O3

OKCIEPUMEHTBI N0 W3YYEHHUIO THIPUPOBAHUS MOJEIBHOW CMECH YTIJIEBOJOPOJOB Ha
Pt-Pd karanmuzaropax Ha ocHoBe amomocunukaroB Al-HMS(X) ocymecTBiasuim Ha
1a00paTOPHON MPOTOYHON yCTaHOBKE. B KauecTBe MOAETBHOM CMECH YIJIEBOJOPOAOB OBLI
MIPUTOTOBJIEH pacTBOp, cocrosumii nmo macce u3z 74 % w-C;Hy, 18 % Tonmyona, 4 %
terpanuHa U 4 % wHadranmuHa. OTiauyve JaHHOW MOJEIBHOM CMECH OT TOW, YTO
UCIIOJIb30BAJIaCh MPHU HUCCIEeOBaHUU Truapoaeapomaruzanuu Ha Pt-Pd karamuzaropax Ha
ocHoBe AI-SBA-15, 3akmouaeTcss B HaJlWMYWd B PACTBOPE TETPAJMHA, KOTOPBIA OBLI
nobaBieH i1 Oojiee TOYHOIO COOTBETCTBUSL COCTaBY THAPOOYMINEHHBIX CPEIHUX
JTUCTUJUISITOB, TOCKOJBKY OHU  COJAEpXKAaT MPOAYKTHl  HEMOJHOTO  THUAPUPOBAHUS
KOHJIEHCUPOBAHHBIX apOMATUYECKUX YTJIEBOJIOPOIOB.

Bce skcnepuMeHThI O MCCIEN0BAHUIO THAPOICapOMATU3ANN YKa3aHHON MOJEIbHON

cmecu Ha Pt-Pd karanuzaropax Ha ocHoBe Al-HMS(X) npoBoaunu B UHTEpBaie TeMIepaTyp
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200-240°C, naBnenun Bomopoxa 30 aTM., MAcCOBOM CKOPOCTH IOJAYU ChIpbs 2,1 gl oy
COOTHOILICHHUH BOZOPOA ChIpbe 300 HeM /e

B BBIOpaHHBIX YCIOBUAX KOHBEpCHUS HaTaluHa HAa BCEX KaTaln3aropax Oblia OJU3Ka K
KOJIMYECTBEHHOM, IIPU 3TOM CYMMAapHO€ MOOOYHOE O0pa3oBaHME METHJIMHIAHOB JJISi BCEX
u3y4eHHbIX oOpa3uoB He mnpesbimano 0,4 mac. %, a TPOAYKTHl PACKPBITHUS IUKJIOB
JIEKaJIMHOB M TeTpaJInHA HE HAOII01aTNCh 1aXKe B CIIEeIOBbIX KoauuecTBax. [Ipu temmeparype
240°C wnabOmrogaercs TakkKe OJM3KOE K KOJIMYECTBEHHOMY THAPUPOBAaHHME TOJyOJla H
TeTpajnHa.

CepoycTOMYMBOCTh KaTaau3aTopoB u3ydanu npu 240°C, s 4ero B MOJICIBHYIO CMEChH
nob6asmsuin JIBT B komudectBe 150 m 400 mr/kr B mepecuere Ha cepy. Bce momydeHHbIe
obpazupl Pt-Pd/Al-HMS(X)/y-Al,O; mposiBUIM BBICOKYI0 aKTUBHOCTh B THAPUPOBAHHUU
MOJEIBHON CMECH.

Jlns ouenku Bkiaga Y-Al,O; ¢ HaHeCEHHBIMH MeETaZIaMH B OOIIyI0 aKTHBHOCTH
KaTajlM3aTOpOB Ha OCHOBE ME30MOPHUCTHIX aJIOMOCHIMKATOB ObLI MPHUTOTOBIIEH O0pasel]
karanmuzatopa Pt-Pd/y-Al,O;, He coaepxkammii Mme3omopuctoro marepuana. I[lpu ero
TecTHpOBaHuK B ruzapupoBanuu npu 200°C GbUIO yCTAHOBJIEHO, YTO KOHBEPCUS TOJIyOJa B
ATOM cily4ae OJIM3Ka K KOJIMYECTBEHHOM, a CPeIu IPOAYKTOB MPEBPAIICHUST OUITUKIMYECKUX
YIJIEBOJOPOI0OB IPUCYTCTBYET HEMPOpPEArupoBaBLInil TeTpaiuH B konudectse 0,4 mac. %.

Beenenne JIBT xommuectBe 150 MI/KT B MOJEIBHYIO CMECh, COJACPIKAIYIO
apoMaTUYeCcKue YTiIeBOIOPOIbl, IPUBOIUT K CHIXKEHHIO aKTUBHOCTH KaTanu3atopoB. Kak u
B cllydyae Karanu3aropa Ha ocHoBe Al-SBA-15(5), naubosee siBHOE MajieHUE KOHBEPCHUN U
CEJICKTUBHOCTEH O MPOYKTaM IMOJIHOTO TUIPUPOBAHUS HAOTIOJACTCS IOCIE MEPBBIX 3 4
Mocje Hayaia mOporyckaHusi cbipbsi. Ha pucynke 10 moka3zaHo H3MEHEHHE KOHBEPCUU

TOJIyoJa JJIS BCEX W3YUYEHHBIX OOpasIloB W JOJIM JCKAJTUHOB CPEIU BCEX OUIMKINYECKUX

YIJI€BOIOPOJIOB.
100 - —a— Pt-Pd/ALHMS(10)/y-ALOs ¢ 100 7 A
\° = -:.:,:A‘--.A__
° 80 —m— Pt-Pd/AI-HMS(40)/y-ALOs £ S0 A A
o A @ = -  — |
% —e— Pt-PA/AI-FHMS(100)/y-ALOs I = e,
S =
£ 60 - —¢— Pt-Pd/y-ALO3 E 2 60 - \
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= =X <.
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Pucynox 10 - 3aBucumocTs ruapupymomeid aktuBHocTH Pt-Pd karanm3aTopoB OT BpemMeHH
skcriepuMenTa B motoke. Coipbe: 4 mac.% Hadranuna, 4 mac.% terpanuna, 18 mac.% Tomyona u
150 ppm S B Bune AbT B u-C;H;¢. P(H,)= 30 atm.; WHSV=1,7 gl H,/ceipre = 300 HeM /eM®
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Kak Bumno u3 nmanneix pucyHka 10, xatammuzatop Pt-Pd/y-Al,O;, He conepskamnuit
ME30MOPUCTOT0  AIIOMOCWIIMKATA,  MPAKTHYECKW  IOJIHOCTbIO  YTpPauuMBaeT  CBOKO
TUIPUPYIOILYI0 aKTUBHOCTh NPUMEPHO Mocjie 3 4 3KCIepuMeHTa B 1moToke. Yepe3 7 u
KOHBEpCUsi Tojyoja Ha HeM cocraBimsna Bcero 1,1 mac. %. Haubonbueit
CepoyCTONYMBOCTHIO 00maaan katanu3arop Pt-Pd/AI-HMS(10)/y-Al,Os.

[Tockonbky Bce momydeHHble oOpasibsl  Al-HMS(X)  obmagatoT  cXOXUMH
CTPYKTYPHBIMU XapaKTEPUCTUKAMHU, MOXHO MPEAIOIOKUTh, YTO B JAHHOM CIIyyae UMEHHO
0COOEHHOCTH KHCIIOTHBIX CBOWCTB OKa3bIBAaIOT PEIIAIOIIEE BIUSHUE HA CEPOYCTONYMBOCTH
KaTajlnu3aTopoB.

[Ipu yBenmuuenun copepkanus cepbl B cbipbe OT 150 mo 400 Mr/Kr mpoUCXOAUT
JanpHelIee CHIKeHue ruapupyromeil aktuBHoctu Pt-Pd kartanmsaropoB. OOpasen Ha
ocaoBe AI-HMS(10) u B 3TOM citydae oOnagan HauOONbIIEH TUAPUPYIOLIEH aKTUBHOCTHIO
(Tabinua 6).

Tabmumna 6 — Pe3ynbTaThl THAPUPOBAHUS CMECH TOJyoOa, TeTpanuHa, HapTanmmHa u JIBT B H-
C,H,¢ uepes 7 4 sxcrepumenta. 240°C, P(H,)=30 atm, WHSV=2,1 u™'; Hy/cbippe=300 HeM /oM’

K o ConeprkaHue JIeKaIrHa B CMECH
OHBepcusi Tosryosa, % o
CocraB HOCUTEIA OUITMKIINYECKHUX yTIIEBOJOPOIOB, Yo
150 mr/kr S | 400 mr/kr S 150 mr/kr S 400 mr/xr S
Al-HMS(100))/y-Al,O04 6.9 4,1 42 38
Al-HMS(40)/y-AL,0O; 18 8,3 81 55
Al-HMS(10)/y-AlL,O; 22 11 88 61
v-Al, O3 0,8 ~0 4,7 ~0

[To pe3ynbraraMm Bcex SKCIEPUMEHTOB Karanu3atop Ha ocHoBe Al-HMS(10) mokazan
HauOOJIBIIIYI0O aKTUBHOCTh CPEIW OCTaJIbHBIX, B CBSI3M C 4YeM OH ObUT OMpoOOBaH B
THJIPOJIeapOMAaTU3alMU THIPOOUNIIEHHON au3enbHoi (pakuuu. IlepBas npoba orOupanach
yepe3 S5 Y DJKCHEpPUMEHTa B IOTOKE, mHocieAHss uepe3 12 4y. AHamu3 coaepkaHus

apOMaTUYECKUX YTJIEBOJOPOOB B AU3EIBHOW (PpaKIUU A0 U MOCIE TUApojeapoMaTU3alun

nposoauicst Meronom BOXKX, B Tagmuua 7 — Tuaponeapomarusauus ausensHoii ppakuun
COOTBETCTBHM €O  cTaHjaprom Ha Pt—Pd/Al-PIIMS(l0)/y-A1203. 2630°C3, P(H,)=30arm.,
WHSYV =244, Hy/ceipre= 300 HCM /cM

I'OCT P EH 12916-2008.
ConepxkaHue apoMaTHUCCKUX Cupte | Karammsar
CornacHo MOJTyYCHHBIM YTJCBOJIOPOJIOB, Mac. % P
pe3yJIbTaTaM, CojepkaHne Beex | DCETO, 28,4 | wmenee 6,7
. B TOM YHCIIE:
IIAY  camxaercs 10 3HA4CHUH MoHoapoMaTthueckue 23,0 5,7
menee 1,1 mac. % (tabnuna 7). IMAY 5,4 menee 1,1
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BbIBO/IbI

1) BniepBbie U3y4eHO THAPUPOBAHUE MOJEIBHBIX CMECEH Pa3IU4YHOIO COCTaBa, COACPKAIINX
TaKue apoMaTHYECKUE COCIWHEHMS Kak 2-meTuiaHadTanuH, HahTauH U AubeH30THodeH
(IBT), B wuHrepBane temmeparyp 200-300°C Ha  KaraauzaTtopax COCTaBa
Pt(0,25%)-Pd(1,0%)/Al-SBA-15(X)/y-Al,O3, Tie X — 3HaU€HHE aTOMHOTO COOTHOIIEHUS
Si/Al or 5 no 100 B CTPYKTYpUPOBAaHHBIX ME3OMOPHUCTBIX AITIOMOCHUIIMKATAX.
VYcraHOBIEHO, YTO HaAWOOJbIIEH aKTUBHOCTHIO B TUApHpoBaHWMU 6 mac. % pacTBopa
2-metmnHagTanuaa B x-rentane B npucytctBuu 400 mr/kr JIBT B mepecuere Ha cepy

obnamaer karanusatop Ha ocHoBe Marepuana Al-SBA-15(5);

2) YcTaHOBIIEHO, YTO TUApOJeapoMaTH3aldsg cMecH HadTaluHa, TOJIyojla M H-TenTaHa ¢
no6asnenueM JIbT B konmuectBe 150 MI/KT B mepecyeTe Ha cepy B MPOTOYHOM PEAKTOPE
Ha Pt(0,25%)-Pd(1,0%)/Al-SBA-15(5)/y-Al,O3 npotekaeT ¢ BBICOKON CTaOMIBHOCTBIO BO
Bpemenu. KonBepcusi HadranuHa Ha TaHHOM KaTaiau3arope OJu3Ka K KOJIMYECTBEHHOM, a
CEJICKTUBHOCTh MO JIEKAJIMHAM COCTaBisieT Oonee 74%, B TO BpeMs Kak Ha oOpasiie
cpaBHeHMs — katanuzarope coctaBa Pt(0,25%)-Pd(1,0%)/HY /y-Al,O; Ha ocHOBe 1ieonnTa
HY ¢ cootnomenuem SiO,/Al,O; paBHBIM 55 CENEKTUBHOCTD MO JEKAIMHAM COCTaBJISET

Mmenee 31 %;

3) BrepBble n3y4yeHo rufjpupoBaHue cMeceil HadTalnnHa, TeTpaJiiHa U TOJIyOoJia B pacTBOpax
H-TeNTaHa, cojepkanux B nepecuere Ha cepy 150 u 400 mr/kr BT mpu Ttemneparypax
200-240°C nma xartammsaropax cocraBa Pt(0,25%)-Pd(1,0%)/Al-HMS(X)/y-Al,Os, toe X
3HaueHue atoMHoro cootHoteHus: Si/Al ot 10 mo 100 B amomocunukate Tuna Al-HMS.
VYcTaHOBIEHO, YTO HAWOOJbIIEH AaKTUBHOCTHIO B THUJIPUPOBAHUU JAHHBIX MOJEIBHBIX

cMeceit o0mamaet katanuzarop Ha ocHoBe Al-HMS(10);

4) IlokazaHo, 4YTO TUIPUPOBAHUE MOJEIbHBIX CMECEH, COJEpKaluX apoOMaTUYECKUe
yraeBogoposl U JIBT B xonmuuectBe 150 MI/Kr B mepecuere Ha cepy, Ha KaTajlu3aTopax
Pt(0,2%)-Pd(0,8%)/Al-HMS(X)/y-Al,O3; mnporekaer ¢ O00ibied 3(PPEKTHBHOCTHIO TIO
cpaBHeHMIO ¢ KaTtanuzaTtopamu Pt(0,25%)-Pd(1,0%)/Al-SBA-15(X)/y-Al,O; npu MeHbLIEM
collep>KaHUM OJAaropoJIHbIX METaUIoB. Tak, Mocje BbIXOAa Ha CTaOWJIbHbIE 3HAYCHUS
KOHBEpCUH M CEJIeKTHUBHOCTEH,  KOHBEpcHs  TOJyola  Ha  KaTajlu3arope
Pt(0,2%)-Pd(0,8%)/Al-HMS(10)/y-Al,O3 cocraBusietr 22 %, B TO BpeMs Kak ee 3HaYCHHE
Ha katanuzarope Pt(0,25%)-Pd(1,0%)/Al-SBA-15(5)/y-Al,O; ne 6omnee 12%;

5) YcranoBineHo, YTO THIPOJEapOMATHU3ALMsA THUAPOOUYMINECHHON IWU3ETbHOU (paKIuu C
colepkaHueM cepbl 45 MI/Kr M o0med Jojiell apoMaTHYEeCKUX  yIIIEBOAOPOJOB
28,4 mac. % Ha IUIATMHO-NAIAAMEBBIX KaTanu3aTopax Ha ocHoBe Al-SBA-15(5) u
Al-HMS(10) mo3BossieT CHU3UTh CoiepKaHUEe Cephbl B 000UX CiIydasix A0 3HAaUCHUN MeHee
5 MI/KT 1 OOIIYIO AOJIO ApOMAaTUYECKHUX YTIIEBOAOPOOB /10 3HaUeHHI MeHee 6,7 mac. %.
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