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3ammra cocroutcs 30 npexabps 2019 r. B 12 wyac. 00 MuH. Ha 3acelaHuH
nuccepranimoHHoro coera J[ 212.267.23, co3manHoro Ha 0a3ze ¢eaepaibHOTO
rOCYJIapCTBEHHOTO  aBTOHOMHOTO  OOpa30BaTECIbHOTO  YUYPESKIACHHUS  BBICIIETO
oOpazoBanusi «HarmonanbHbIl HccneqoBaTeNbCKU TOMCKHI TOCYAapCTBEHHBIN
yHUBEpCUTET», 110 aapecy: 634050, r. Tomck, np. Jlennna, 36 (yueOHsiit kopiryc Ne 6
TT'Y, aynutopus 311).
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rOCyJIapCTBEHHBIN YHUBEPCUTET» WWW.ISu.ru.

Martepuaisl 110 3a1UTe JUCCEPTALMU pa3MelIeHbl Ha ouumansHoM caiite TI'Y:
http://www.ams.tsu.ru/TSU/QualificationDep/co-
searchers.nsf/newpublicationn/TemerevVL30122019.html
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OBILIASA XAPAKTEPUCTUKA PABOTHI

AKTYaJIbHOCTh TeMbl HCCJIEJ0BAHUS U HANPABJIEHHOCTH HCCJEI0BAHUA.
3amuTa OKpYyXKalomeld Cpelbl B HacTosIIee Bpemsl mpuobperaeT BcE Oosbiee
3HaueHne. TpeboBaHUS K aBTOMOOWMILHOMY TPAHCHOPTY IO COCTaBY M KOJUYECTBY
BBIOPOCOB BBIXJIOITHBIX Ta30B PETYIUPYIOTCS MEXIYHAPOJHBIMU COTJIAMICHUSIMHA W
y)KeCTO4aroTcs TojJ OT roja. lMcmonb3oBaHWE TpEeXMapUIPYTHBIX KaTalu3aTOPOB
(TMK), »>ddextuBHO HEUTpanU3yIOLUX ABTOMOOWIBHBIM  BBIXJOI, HMEET
CYIIECTBEHHBIH HEIOCTATOK — g d(PeKTuBHONW pabOThl HEOOXOIUMO, UYTOOBI
TeMIlepaTypa OTXOASAIIMX ra30B ObliIa BBILIE TEMIIEPATYPhl 32KUTAHUS KaTaau3aTopa.
[Ipu xosogHOM 3amycke JBHUrareisi BBIXJIONMHBIE Ta3bl MOCTYIMAIOT Ha enié He
IPOrPEThIi KaTalIu3aTop, YTO MPUBOAMUT K MPOCKOKY BPEAHBIX KOMIIOHEHTOB uepe3
KaTtamuTU4Ieckuil 6110k B atMocdepy. OcoOyro OnmacHOCTh MPEACTABISIOT TOKCUYHBIC
HEenpeeTbHbIE K ApOMAaTHYECKUE YTIICBOIOPO/IBI.

Opnaum 13 HauboJee MepCHeKTUBHBIX MOAXO0A0B PEIICHUs MOJOOHBIX TIPOOIeM
SIBJISICTCSI KICTIOJIb30BAHKME MATEPUAJIOB C 3aJJaHHBIMHA CBOMCTBAMHU JIJISI PEIICHUS 3a/1a4
COpOITMOHHOTO KOHIIEHTPUPOBAHUS YTJIEBOJOPOJOB. B KadecTBe Takmx maTepuaioB
HAUOOJBIITNI MHTEPEC MPEACTABISIOT KPUCTALTHISCKHAE TTOPUCTHIE ATFOMOCHIINKATHI
C KapKacHOM CTPYKTYpOW — LEOJUTHI. B ciaydyae HUCHOJIb30BaHUSA LICONUTOB B H-
dbopme He TPOUCXOUT 00pa30BaHUS MPOYHOCBA3AHHBIX (PopM yrieBoaopo 0B (YB),
B pe3yibpTaTe yero YB necopOupyroTcsi mpu Temmeparypax HHXKE TeMIeparypbl
sakuranuss  TMK. Takum  0o0pa3om, BBISBJIEHHE  OCHOBHBIX  (DaKTOPOB,
o0ecreynBaIINX 3aJaHHbIe aJIcCOPOLIMOHHO/AECOPOIIMOHHBIE CBOMCTBA I€OTUTHBIX
MaTepHalioB, MOJIU(PHUIIMPOBAHHBIX CEepeOpOM, Jisi PELICHUs 3a/lad COPOIIMOHHOIO
KOHIIEHTPUPOBAHHUSI YTJIEBOJIOPOIOB B YCIOBUAX XOJOIHOTO CTapTa MPEICTaBISAETCS
aKTyanbHOW 3amadeil. Jlyis ee pemieHuss HEOOXOAUMO JETAbHOE HCCIICOBAaHUE
IIPOIIECCOB ajcopOmu/aecopOunun apoMarudeckux Y B, npeobiagarommux B cOCTaBe
BBIXJIOTIA aBTOMOOMJILHOTO OCH3WHOBOTO JBUTATENS U MMEIOIIUX B CBOEM COCTaBe
HEHACBIIMICHHBIE  yTAEPOA-YIJAepod CBs3M, Ha MOJU(PHUITMPOBAHHBIX IIEHTPAX
1IeoUTOB. JIpyruM BaXHBIM (PYHIAMEHTAIBLHBIM aCIEKTOM, KOTOPBIH HE0OXO0IUMO
paccMaTpuBaTh TPU PEHICHUH OO0O3HAYCHHOW 3aJa4M, SBISICTCS B3aMMOCBS3b
(U3HKO-XUMHUYECKUX CBOWCTB CO3/I1aBACMBIX MaTEpPHAIOB C COCTABOM M CTPYKTYpOH
UCXOJHBIX IICOJIMTOB, a TaK)XKe HM3yYCHHE XapaKTepa W3MCHCHHS DTHUX CBOWCTB B
3aBUCUMOCTH OT COCTaBa PEAKIMOHHOW CPE/Ibl U TEMIIEPATYPHI.

IIpenmer  uccaenoBanms.  JlucceprammonHas  paboTa  TOCBsIIEHA
UCCIICJIOBAHUIO  BIHUSHHUA  (PU3UKO-XUMHUYECKUX CBOWCTB  IIEOJIUTCOJEPIKAIIIX
MaTepuaioB Ha WX  aJACOPOLMOHHO-IECOPOLMOHHBIE W KAaTaJUTHYECKHE
XapaKTEepPUCTUKHU, a TaKke Ha A(PPEKTUBHOCTH COPOIMOHHOTO KOHIIEHTPUPOBAHUS
YTIIEBOJOPO/IOB B YCIOBHIX XOJIOJAHOTO CTApTa.

Crenenb paspadoranHocTH TeMbl. COINIACHO JIUTEPATYPHBIM JaHHBIM,
MOIU(UITUPOBAHKE Psi/Ia IICOTUTOB CEPEOPOM MO3BOJISET 3HAUUTEIBHO YIIYUIIUTh HX
a7cCOpOLIMOHHBIE CBOWMCTBA MO OTHOIIEHWIO K HEHACHIIIEHHBIM YTieBoJopojaM. B
nocjieHee BpeMsi HauOoJee AaKTUBHO HCCIEAYIOTCS II€OJIMThI, COAEpKAIIHEe



KJIACTEPHOE cepeOdpo, KOTOPhIC TAKKE MPOSIBISIIOT KATAIMUTHYECKYIHO aKTHUBHOCTH B
peakunu HuskoremmeparypHoro okucieHuss CO. OOHAaKO M3MEHEHUE COCTOSHUS
OJIHOBPEMEHHO COPOIMOHHBIX W KaTAJIUTUYECKUX IIEHTPOB OJHOM CHUCTEMBI B
3aBUCUMOCTH OT COCTaBa MCXOJHOTO IEOJIUTAa U PEAKIIMOHHBIX YCIOBUN M3Y4YECHBI
HEJIOCTAaTOYHO. B nuTeparype mpakTUYeCcKd OTCYTCTBYIOT TAHHBIE O COMOCTABIICHUU
CBOMCTB aJICOPOIIMOHHO-KATAIMTUYECKUX CUCTEM B YCIOBHUSAX XOJOIHOIO CTapTa U
IIPU NOBBIIIEHHBIX TEMIIEPATYPAX.

Hear nanHoil padoThl 3aKioyajach B BBISBICGHUU OCHOBHBIX (DHU3UKO-
XUMHAYECKUX (bakTOpOB, 00€ecIIeynBaroIINX 3ajaHHbIE a7IcCOpOLIMOHHO/
JecopOLIMOHHBIE CBOWCTBA CcepedpocoJiepKalluX IIEOJIUTHBIX MaTepuanoB s
CO3/1aHUs aJICOPOIIMOHHO-KATAIMTUYECKOW CHCTEMbl HEHTpaiu3alii BbIXJIOMHBIX
ra3oB OEH3MHOBOTO JIBUraTelIsl B yCIOBUSAX XOJOIHOTO CTapTa.

Jlis TOCTHKEHUS] TOCTABICHHOW LEeTH ObUTH CQOPMYITUPOBAHBI CIIEAYIOIINE
3aJa4m:

1. lIpeanoxxkute u 00OCHOBAaTH TMOAXOA K HCCICIOBAHHIO IPOLIECCOB
a7copOIMU  YIJIEBOJOPOJOB B YCJIOBHUSIX XOJIOJHOTO CTapTa, MO3BOJSIOLIUN
UACHTU(PULIUPOBATD c1a00CBsI3aHHbIC U IIPOYHOCBS3AHHBIC bopmbl
a7IcCOpOUPOBAHHBIX MOJIEKYT;

2. VccnenoBaTh  BIMSHME  KOHIIEHTpAallMM  BBOAMMOro  cepebpa  Ha
aZICOPOIIMOHHYI0O €MKOCTh M COOTHOUIEHHE CJIa00-/TPOYHOCBS3AHHBIX  (OpM
a7IcOpOMPOBAHHOIO TOJIYOJIA.

3. I3yuuTh BIUsSHUE TApPOB BOJBI Ha aJCOPOIMOHHBIE CBOMCTBa cepedpo-
CoJZiep KallMX LEOJIUTOB 10 OTHOLIEHHIO K TOJIYOILY;

4. BeisBUTh B3aMMOCBSA3b CHUJIMKATHOTO MOJIYJIS M CTPYKTYPbl HCXOJHOTO
LEoJIUTa C aJACOPOLMOHHBIMU CBOWCTBAMHU CepedpocoJepKalluX IIE€OJIUTOB IO
OTHOIIECHHUIO K CIa0O0CBSA3aHHBIM H MPOYHOCBSI3aHHBIM (hopMaM afcopOUPOBAHHOTO
TOJIyOJ1a;

5. UccnenoBaTh XapakTep W3MEHEHHsI COCTOSIHUS aJCOPOLIMOHHBIX LEHTPOB
IICOJTUTOB TIPH MOBBIIIEHHBIX TEMIEpaTypax;

6. U3yunth ancopOLMOHHO-KATATUTUUYECKUE CBOMCTBA JIBYXKOMITOHEHTHBIX
CHUCTEM THUIIA «aJICOPOEHT/KaTaInu3aTop».

HayyHnast HOBU3HA:

1. BiepBbie ycTaHOBIIEHBI (PU3UKO-XUMHUECKHUE 3aKOHOMEPHOCTH 10 BIUSHUIO
pazMepa ¥ (QOpMBI KaHAJOB, a TAKXKE LIEOJIUTHOTO MOIYJs cepeOpocoaepKalux
IIE0JIUTOB Ha opMHUpOBaHUE €1ab0- M MPOYHOCBI3aHHBIX (POPM aCOPOMPOBAHHOTO
TOJIy0JIa, B TOM YHUCJIE B IPUCYTCTBUH [TAPOB BOJIBI.

2. BriepBbie oka3zaHo U 0OOCHOBAaHO KBaHTOBO-XMMHMUYECKUMHU pacyeTaMu, YTO
azcopOuusi MPOYHOCBS3aHHOTO TOJIyoJla Ha MHOTOATOMHBIX KJlacTepax cepedpa
ABJISIETCS] 00JI€€ BBITOJJHOM 1O CPaBHEHMIO € aJIcOpOLMEl MapoB BOJbI, B TOM YHCIIE C
Y4ETOM THAPOPUIBHBIX CBOMCTB MOBEPXHOCTU UCXOAHOIO 1eonauTa ZSM-5.

3. BriepBble yCTaHOBJIEHO BIMSHHE TEMIIEPATYpPbl M COCTaBa PEAKIIMOHHOMN
Cpellbl Ha COCTOSIHME W CBOICTBa cepeldpocoepKauux aacopOLUOHHBIX LEHTPOB
LEOJIUTOB.



4. BriepBble MOJMYy4Y€HBI JaHHBIE O MOJABUKHOCTU cepeldpa IMpHU MOBBIIIEHHBIX
TEMIIEpaTypax M €ro MEepeHOCe KaK C BHENIHEH MOBEPXHOCTH KPUCTAJIUTOB
[[EOJIMTOB HA OKCHJI AJTFOMUHHUS, UCIIOJIb3YEMbIN B KAYECTBE CBS3YIOIIEH KOMIOHEHTHI,
Tak ¥ B 00OpaTHOM HaIpaBJICHUU.

5. BnepBbie IPOJIEMOHCTPUPOBAHA 3¢ (PEeKTUBHOCTH MIPUMEHEHUS
30HUPOBAHHOW CUCTEMBI, COCTOSIIIEH M3 IMOCJIEI0BATEIHLHO PACHOJIOKEHHBIX CIIOEB
5%Ag/ZSM-5 U 5%Pd/AlLO3 U o0ecIeunBaroIIe a7ICOpOLIMOHHOE
KOHIIEHTPUPOBaHUE YIIIeBOA0poaoB 110 TemmnepaTypsl 200 °C m ux mocienyrouiee
OKHUCJICHHUE MPU MOBBIIIEHUH TEMIIEPATYyPHI.

Teopernueckass 3HAYMMOCTHL  PadoOTbl. Pe3ynbTarbl  MPOBEIECHHOIO
UCCJIEJOBAHUS JOIMOJHSAIOT HAay4YHbIE€ 3HAHUS O BIIMSIHUM TMOPUCTON CTPYKTYpPbI U
IIEOJIMTHOTO MOJYJII Ha aJCOpPOIMOHHO-IECOPOIIMOHHBIE CBOWCTBA IICOJUTOB,
MOMU(PUITUPOBAHHBIX CepPeOpOM, B TOM WYHCIC B TPHUCYTCTBUHU IAPOB BOJIBI.
JlomoTHEeHBI TIpeicTaBieHrss 00 0COOCHHOCTSIX MPOTEKAHMSI MTPOIIECCOB aJICOPOITUU U
necopbuuu Tonyona Ha H, Ag* u Ag® nenrpax neonuros ZSM-5, ZSM-23, Bu Y.
Pacmpensl Hay4dHble TPEACTABIEHUS O 3aKOHOMEPHOCTSX KOHKYPEHTHOM
a7cOpOIIMM HEHACHIIIEHHBIX YTJIEBOJIOPOJOB M TapoB BOJBI, a Takke O (akTopax,
BIUSIONIMX Ha CTaOWJIBHOCTH I[EOJIMTHBIX MAaTEpPHAIOB M TepepacipecsieHue
AKTUBHBIX KOMIIOHEHTOB MEXIY LIEOJUTOM U OKCHUJIOM aJTFOMUHUS.

IIpakTyeckass 3HAYMMOCTHL PpadoTbl. B pe3ynbraTe NpOBEAEHHBIX
UCCIIEZIOBaHUN OblIa MPOJEMOHCTpUpPOBaHA J(PHEKTUBHOCTh JBYXKOMIIOHEHTHOU
a7IcOpOLIMOHHO-KAaTAIUTUYECKON cucteMbl Ha ocHoBe Ag/ZSM-5 u Pd/y-AlOs B
HEHTpanu3aly BBIXJOMHBIX Ta30B AaBTOMOOWJIBHBIX OCH3WHOBBIX JBUTATETCH.
BnepBble npoBeNeHbl CONOCTABUTENbHBIE MCHBITAHUS 00pa3loB aJCcOpPOEHTOB-
KaTaJan3aTOPOB B YCJIOBUAX XOJOIHOTO CTapTa W (OPCHPOBAHHOTO TEPMHUECKOTO
crapenusi. IlomydeHHble maHHBIE MOTYT OBITH HCIIOJIB30BAHBI TPH BHEAPEHUU
JBYXKOMIIOHEHTHBIX CHUCTEM THIIA «aJCOPOEHT/KaTalIn3aTop» Ijsl YKOMIUIEKTOBAHUS
aBTOMOOMJIEH C OEH3MHOBBIMM JIBUTATEIISIMU.

Metoxosioruss ¥ MeETOAbI AMCCEPTALNMOHHOIO HcciaeaoBanus. Hayunas
METOJIOJNIOTUSl UCCIEAOBaHUM, MPOBOJUMBIX B paMKaxX JHCCEPTAllMOHHON paboTHI,
3aKJ0Yaiach B: CHCTEMHOM IIOAXOAE K JIMTEPATypHOMY AaHAJIU3y COBPEMEHHBIX
MCCJICIOBAaHU B 00JIACTH MOJTYUYEHHUS 1I€0JTUTOB, X MOAU(PUIIUPOBAHUS, B YACTHOCTH
cepeOpoM, U3y4YEHHUST UX aJCOPOIMOHHO-IECOPOIMOHHBIX CBOMCTB, a TaKXke
CYIIECTBYIOMIUX TIOJIXOJIOB K PEIICHUIO MPOOJIEMbI XOJIOJHOTO CTApTa; BBISBICHUU
npoOjieM U T1OUCKAa MyTe WX pelIeHMs; pealu3alud peABAPUTEIbHO
CIUTAHMPOBAHHBIX M OOOCHOBAaHHBIX OJKCIEPUMEHTOB, TPHUMEHEHUH (HUZHKO-
XUMUYECKUX  METOJOB  HCCJIENIOBaHUS OOpa3lOB Ha  Pa3IUYHBIX  CTaAUSIX
OPUTOTOBJICHUSI W HUCIHBITAHUS; TNPUMEHEHUU TEOPETUYECKOro TMoXoja K
UHTEPIPETAMA  JKCIEPUMEHTAJbHBIX  pe3yJbTaTOB (B YaCTHOCTH  MpPH
MOJIETUPOBAHUM KOHKYPEHTHOM COpOLIMH TOJIyoja UM BOABI Ha cepedpocoaepxKaiinux
LEOJINTaX); CPABHEHUH PE3YJIbTATOB AKCIEPUMEHTOB C JINTEPATYPHBIMU JAHHBIMU U
00CY/I€HUH C BEIYIIMMHU CIICIIHAIMCTAMHU.



OcHOBHBIE IMOJIOKCHUH, BBIHOCUMbIC HA 3aIIIUTY:

1. YBennueHnue KOHIIGHTpPAIMM HOHOOOMEHHOTO cepedpa B IICOJHUTE BEIET K
YBEJIMYEHUIO JIOJIM TPOYHOCBSI3aHHBIX (OpM ajacopOUPOBAHHOTO TOIYyOJda, B TO
BpeMss kak H-dopma 1eonmra oTBedaer 3a  ciabocBsizaHHbIE  (OPMBI
a7IcCOpOMPOBAHHOIO TOJYOJIA.

2. [Ipu KOHKYpEHTHOH ajcopOLMK TOJMyoJa W MapoB BOJbl COOTHOILIECHHUE
SHEPrUi MX aJCOPOLMH ONpPENESeTCs KOJIUYECTBOM aTOMOB cepedpa, BXOIAIIUX B
COCTaB aJICOPOLIMOHHOTO IIEHTPA LIEOIHTA.

3. AncopOmoHHble Y KaTAIUTUYECKHE CBOMCTBAa cepedpocoiepiKaiiux
LHEHTPOB LI€OJIUTA MPETEPHEBAOT CYUIECTBEHHbIE H3MEHEHUsS I10J] BO3JECHCTBHUEM
MOBBIIIEHHBIX TEMIIEPATyp M PEAKIMOHHOW Cpeibl, MPUYEM BKJIAJ YIJIEBOJOPOIOB
SIBJISIETCS OMPEHEIISIIOLINM.

4. B ciyyae MaTepualioB, COAEpKAIIMX HAHOYACTULBI cepedpa, U3MEHEHUE
aJICOPOLIMOHHBIX M KaTaJTUTHYECKUX CBOWCTB OOYCJIOBIICHO IepepaclpeeieHueM
cepeOpa MeX/1y IEOJUTOM U OKCUAOM aJTIOMUHHUS IIPY MOBBILIEHHBIX TEMIIEPATypPaAX.

JloCTOBEPHOCTH MOJIyYeHHBIX Pe3yJbTATOB OCHOBBIBAECTCA Ha MPOBEIACHUU
UCCJIEIOBAHUN Ha BBICOKOM METOJUYECKOM YPOBHE C MPUMEHEHHEM COBPEMEHHBIX
npuOOpoB U 00OpPYAOBAHMS, & TAKXKE HA MCIOJIb30BAHUU KOMIUIEKCA COBPEMEHHBIX
(U3UKO-XUMHUYECKUX METOJ0OB, COIVIACOBAHHOCTU  PE3YJIbTaTOB, IOJYYEHHBIX
COMCKATENEM, C JAaHHBIMU JIPYTHUX UCCIIEIOBATENIEH.

AnpoOauus padoTbl

OcHOBHBIE pe3yibTaThl AUCCEPTALUUA OBUTM TPECTABICHBI M OOCYKIEHBI Ha
CJIEIYIONUX BCEPOCCHUUCKUX W MEXKIyHapOIHBIX KoH(pepenuusx: Bcepoccuiickas
Hay4dyHas MOJOJEXKHasi IKoJla—KoH(pepeHuus «Xumus 1o 3HakoM CUI'MA:
uccaeoBaHus, WHHOBamuH, TexHomorum» (2008, Owmck, Poccms); IV Scientific
Conference dedicated to the 110" anniversary of Academician Georgii K. Boreskov
(2017, Novosibirsk, Russia); 6™ International Conference on Material Science and
Engineering Technology (2017, Seoul, Korea); XXXV Bcepoccuiickuii cMMIO3MyM
MOJIOJIBIX ~ Y4YeHbIX 1O Xxumuuyeckoi kuHetuke (2018, MockBa, Poccus);
14" International Conference on Fundamental and Applied Aspects of Physical
Chemistry (2018, Belgrade, Serbia), FO0uneiinas nayunas koHpepenuus «XXI Bek:
Xumus B xku3uby (2019, Omck, Poccus).

JIMYHBIA BKJIAJ COMCKATEIA

ABTOp JuccepTallid y4acTBOBaJ B MOCTAHOBKE LIEJIM W 3aJla4 MCCIIEIOBAHUS,
pa3paboTKe METOJOB HWCHBITAHUS OO0pa3lloB W CO3JAaHUU SKCIEPUMCHTAIBHBIX
YCTAaHOBOK  JUIi  IIPOBEJCHMUS  HWCHOBITAHWUWA, CAMOCTOSITEIbHO  OCYIIECTBIISII
TECTUPOBAHHE aJCOPOIMOHHO-KATAIUTHYECKUX CBOWCTB HCCIEAYEMBIX CHCTEM,
IPUHUMAJI HEMOCPEJCTBEHHOE y4yacThe B OO0paOOTKe, aHAM3€ W WHTEPIPETAIUH
JTAHHBIX aJICOPOIMMOHHO-KATATUTHYCCKUX U (U3HKO-XUMUYECKUX HCCIICOBAaHUH, a
TaK)K€ WX TpEACTaBleHWH B ¢Gopmare JOKIAOB M HAay4YHBIX myOnmkarui. [lpu
MOJITOTOBKE K MYyOJIMKAIUA PE3yJIbTATOB, TOJYYCHHBIX COBMECTHO C COABTOPAMH,
BKJIQJI IUCCEpTAaHTA ObLI ONPEICTSIOIINM.



Myoankanuu

Matepuansl guccepTaiii OMyOJUKOBaHBI B 9 mMedaTHbIX paboTax, U3 HHX
3craTbi B PELEH3UPYEMbIX JKypHAJaX, BXOISAIIMX B  MEXKIyHapOIHbIC
pedepaTuBHble 0a3bl JaHHBIX U CUCTEMBbI LIUTUPOBAHUS (YTBEPXKIAECHHBIE MPUKA3ZOM
Munobpuayku Poccum mo cocrosHuto Ha 3 asrycra 2018 r.), 2 crarbu mo
MaTepuantaM MEXyHApOJHbIX KOH(EpEHLUH, OMyOJIMKOBAHHbBIE B MEPUOIUYECKUX
U3JaHUIX, UHIEKCUPYEMBIX B 0a3e JaHHbIX Scopus, U 4 nmyOnukanuu B cOOpHUKAX
TPYAOB POCCUNCKUX U MEXIAYHAPOIHBIX KOH(pEepeHIHil.

O0beM u cTpyKTYpa padoThl

Hucceprauusi COCTOUT W3 BBEICHUS, CEMU IJ1aB, 3aKIIOYEHHUS, BBIBOJIOB,
OmaromapHoctedt u Ombmuorpaduu. OOmMKA 00BEM AUCCEPTAIMA  COCTABIISICT
154 crpanunpl, Bkiodas 100 pucynkoB u 13 tabmun. bubmmorpadus Bxirodaer
163 HauMeHOBaHMUSI.

Pabora BbmonHeHa npu ¢uHAHCOBOM monaepxkke MunoOpHayku Poccum,
cornamienue o npenocrapiennn cyocumauu Nel4.581.21.0028 ot 23 oktsiops 2017 T.
(yHukanbHblii uaeHtugukatop cornamenuss RFMEFIS8117X0028), B pamkax OLIIT
«HccnenoBanus U pa3pabOTKH 10 NPUOPUTETHBIM HANPABICHUSIM Pa3BUTHUSI HAYUHO-
TexHoJornyeckoro komiekca Poccun va 2014-2020 roas».

OCHOBHOE COAEPKAHUE PABOTbI

Bo BBejgeHMH O000OCHOBaHA aKTYaJbHOCTh JIHUCCEPTAIMOHHOW pPabOTHI,
MIOCTABJICHA 1I€JIb U CPOPMYJIMPOBAHBI 33]]a4H HCCIICIOBAaHUs, 0003HAUCHBI HAyYHAS
HOBHU3HA Pa0OTHI ¥ MIPAKTUYECKASE 3HAYUMOCTD, MTPEJACTABICHBI OCHOBHBIE MOJIO0KEHUS,
BBIHOCHUMBIE Ha 3allUTY.

B nmepBoii rjgaBe guccepTalMu  TPHWBEACH JIMTEpPATYpPHBIA  0030p,
MOCBSIILIEHHBIA 001Iell mpoOieMe HEWTpaln3allii BBIXJIOMHBIX Ta30B OEH3MHOBBIX
JNBUTATENIed M, B YaCTHOCTH, MPOOJEME «XOJIOJHOTO cTapTa». PaccMOTpeHbl ero
NPUYUHBI, XapaKTepPUCTHUKU W MeToAbl pemieHus. Ocoboe BHUMaHHE YJEICHO
a7ICOPOIIMOHHOMY METOJly, MPEIIOoJaralpileMy HCIOJIb30BAaHUE MAaTEepHalOB C
3a/laHHBIMU CBOMCTBAMM Ha OCHOBE LIEOJUTCOJEpKAIIUX afcopOeHToB. OnucaHbl
XMMHUYECKHE CBOMCTBA LIEOJIMTOB U MYyTH YJIYYIIEHUS UX aJCOPOILIMOHHBIX CBOMCTB MO
OTHOILLICHHUIO K YyriieBogopoaaM. PaccMoTpeHa CTpPyKTypa M CBOWCTBA LIEHTPOB,
OTBETCTBEHHBIX 3a 00pa30oBaHUE MPOYHOCBSI3aHHBIX (POPM  HEHACHIIIEHHBIX
yTIEBOJAOPO/IOB, U MOTHMBHPOBAaH BBIOOp HauOosiee MEPCHEKTUBHBIX OOpPa3IoB, B
YaCTHOCTHU, MOAM(PUIIMPOBAHHOTO cepedpoM 1eonmta ZSM-5. AKIEHTUPOBAHO
BHUMAaHHE Ha KOHKYPEHTHOW ancopOuum mapoB Boabl 1 CO. OmnucaHbl NPUYUHBI
JI€3aKTUBAIIMN aJICOPOEHTOB W CHOCOOBI MPEJOTBPAIICHUS IMPOIECCOB CTApCHHUS.
PaccmoTpeHo yCTpOWCTBO KaTaJlUTHYECKOro OJIOKa, €ro cocTaB, CBOWCTBa U
IpOTEKAININEe KaTanuTuyeckue mpoiecchl. [logpoOHO omnucaHbl TpexXMapuipyTHhIE
KaTaJIu3aTOpPbl Ha OCHOBE MaJUIaJvs, UX CBOWCTBA, OCOOCHHOCTH M MEPCHEKTUBBI
IPUMEHEHUS B pa3pabaThiBa€MOIl CUCTEME.

B 3axkmroueHue mnepBOoW IVIaBbl, HAa OCHOBAHUU IIPOBEICHHOIO aHAJIN3a
JUTEpPaTypHBIX JIaHHBIX, C(OpMyIUpOBaHbI TpPEOOBAHUSA, KOTOPHIM JOJKHBI



yIOBJIETBOPATH aJCOPOLIMOHHAS M KaTaIWTHYECKash KOMIIOHEHTHI pa3padbaTbiBacMoi
JIBYXKOMITOHEHTHOUM CUCTEMBI.

Bo BTOpOIi ri1aBe npejcTaBieHa METOJUYECKash 4acTh pa0dOThI, BKIKOYAIOILAs
METOJAUKH TPUTOTOBJICHUSI KaTalU3aTOPOB U ONUCaHHE (UBUKO-XUMHUUECKUX
METOJIOB UX MCCIIEIOBAHUS.

B pabote OblIM CHHTE3UPOBAHBI U UCCIIEIOBAHBI CUCTEMbI HA OCHOBE IICOJIMTOB
ZSM-5, ZSM-23, B wu Y, wmoaubuuupoBaHHBIX cepedpom, u Yy-AbOs,
MOAU(PUIIMPOBAHHOTO — TnawiagueM. llpuroTtoBrnenue oOpa3lLoB  aJcOpOEHTOB
3aKII0YAJIOCh B HAHECEHWH cepebpa Ha IEOJUThl HMOHHBIM OOMEHOM C
NOCJIEAYIOIMIMMU CTaAUAMH CYIIKM W NpokKanuBaHus. lIpuroroeieHue MOHO- U
OMMeTAINTMYECKUX 00pasloB KaTalau3aTopoB, coiepkammx Pd m Ag, mpoBoawiu
MeToioM nponuTku yY-AlOs. Tlpu aToM GuMeramumueckre oOpas3ibl ObLITH MOTYYSHBI
MOCJIeI0BATEIbHBIM HAHECEHUEM MeETajljla ¢ MPOMEXKYTOYHBIMU CTaAUSIMU CYIIKUA U
npoKaauBaHusl (JM00 TOJBKO CYIIKH), a TaKXE€ COBMECTHBIM HAHECEHHEM W3
CMELIaHHOT'O pacTBOpA.

[TonyueHHbIe TOPOIITKH IIEOJIMTOB CMEIIUBAIM B paBHBIX YacTax ¢ Y-Al,Os mis
UCCIIEIOBaHUS UX aJCOPOLIMOHHO-IECOPOLIMOHHBIX CBOMCTB W TEPMHUYECKOU
ctabuinbHOCTH, MO0 ¢ Pd/y-Al,O3 mns ucciaegoBaHus KaTalUTUYECKUX CBOWCTB B
OKCIIEPUMEHTAaX C 30HUPOBAHHBIM PACIOJIOKEHUEM KOMIIOHEHTOB. B pabote
MCII0JIb30BAJIM TpaHyJibl pazmepoM 0.25-0.5 mm.

KonuuectBeHHOE coOAEpkaHMEe METAJUIOB OIpPEAeNssIdA METOJAOM aTOMHO-
OMUCCUOHHOM crekTpoMeTpun Ha crnekrpomerpe Hitachi Z-8000. H3menenwue
COCTOSIHUSI aKTHUBHBIX LIEHTpoB Ieonuta HZSM-5 npu HaHeceHun Ag HMOHHBIM
oOMmenoM orenuBamu ¢ mnomomipto OIIP  cmexktpomerpa ERS-221 (T'JP) ¢
UCIIOJIb30BAaHUEM B KA4eCTBE CIHUHOBBIX 30HJ0B MOJeKyn Oenzona. Cbémka
peHtreHo(a3oBeix  gudpakTorpaMMm  Oblla  BBIMOJHEHA HA  PEHTTEHOBCKOM
mudpakromerpe X’ TRA (ThermoARL, Switzerland) ¢ ucnonb3oBanueM u3inydeHus
Cu-Ko ¢ anunoit Boansl 1.5418 A. Cocrosnue Ag-coepKalux akTUBHBIX LIEHTPOB
OIICHUBAJIM MO JJIEKTPOHHBIM cHeKTpaM Iu(dy3HOro OTpa)kKeHus, MOTYUYCHHBIM C
ucrnonb3oBanueM crektpomerpa UV-Vis 2501 PC (Shimadzu) c¢ npucrtaBkoit
mupdysnonnoro  orpaxenusst IRS-250A. Jlns  ompeneneHuss — TEKCTYPHBIX
XapaKTePUCTUK MCIONB30BAIA afcoponuonHeie npudopel CopOromerp (pupma
KarakoH, Poccus) u Sorptomatic-1900 (CarloErba, Uranus).
TepmorpaBumeTpudeckuii aHaau3 oOpasnoB mnpoBoawim Ha mnpudope STA-449C
dupmbr Netzsch B mortoke Bosmyxa. MccrmemoBanue CTPYKTYpel B Mop(doioruu
o0pa3oB NPOBOAMIM C HCIOJB30BAHHUEM IPOCBEUMBAIOIIETO AJIEKTPOHHOI'O
mukpockona JEM 2100 (JEOL, fnonus), OCHAIEHHOTO 3HEProIUCIEPCHOHHBIM
pentrenoBckuM criektpoMerpoMm INCA-250 (Oxford Instruments). st onpenenenus
NOBEPXHOCTHOW KOHLEHTPALMU HAHECEHHOrO MaulaJiis HCIOJIb30BAIM TECTOBYIO
pPEaKLMIO THIPOTrE€HOIN3a 3TAHA.

HccnenoBanue aacopOLMOHHO-AECOPOIMOHHBIX U KaTaJTUTHUYECKUX CBOMCTB, a
TaKKe TEPMHUYECKOM CTaOMJILHOCTHU MIPOBOIIIH Ha  OPUTMHAJIBHBIX
AKCIIEPUMEHTAJIBHBIX CTEHJAaX: aJCOpPOLIMOHHO-AecOpPOLMOHHas ycTaHOBKa No 1
(AdY-1) u ycranoBka ¢opcupoBaHHoro Ttepmuueckoro crapenus (DOTC).
HckmrountenbHOl 0COOCHHOCTHIO YcTaHOBKH AJ[Y-1, cxema KoTOpo# mpejacTaBicHa
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Ha pHUCYHKe 1, sBIsETCS BO3MOXKHOCTh OBICTPOro HarpeBa oOpasla, a TakKke
JKCIIPECC-aHAIM3 KOHUEHTPALMK YIJIEBOJOPOAOB C JUCKPETHOCTBhIO 15 cexyHa.
[Tonublit mpodunp >KkcnepuMeHTa MpeAcTaBieH Ha pucyHke 2. Ha mepBom stame
MPOUCXOJUT aACOpPOIMs YrIeBOJAOPOJa, Jajiee PEeakTop MNPOAyBaroT (JaecopOrms
cna0oCBA3aHHBIX (PU3MYECKU aIcOPOUPOBAHHBIX (POPM) M MPOBOJAAT TEPMUUYECKYIO
JECOPOIMI0  XeMOCOPOMPOBAaHHOTO  YTIEBOAOPOJAa B  JIBYX TeMIIEpaTypHBIX
uHTepBasax: ciabocBszanubie Gopmbl - 100-200 °C u mpouHOCBsI3aHHBIE (POPMBI -
200-400 °C.

Peryasitop naBienust

]:LI Xpomaro-

rpag

Peryastopsl
pacxonos

_(Copoc

oMMYyTaTOp

Copoc

CraabHoii
peakTop

N——

caryparop TepMOCTaIT

Pucynok 1 — Cxema ancopO1imoHHO-AecOpOIIMOHHON ycTaHOBKU AJ[Y-1

HccnenoBanre KOHKYPEHTHOW COpPOLIMM MOJIEKYJ MPONHWIIEHa U TOdyoja
OpOBOAWIIM Ha mpumepe Ineonuta Ag/Y. DKcnepuMeHTbl ObUIM MPOBEICHBI B
3aMKHYTOM pPEaKIIMOHHOM 00beMe (CTaTHudecKas BaKyyMmMHas ycTaHoBKa [1*,2*]) c
HAIlyCKOM  MaJjblX KOJMYECTB YIJEBOJOPOJAOB TP CKOPOCTH HM3MEHEHUs
temrneparypsl 10 °C/muH.

1 10 &
[8) 400 BnajkHble ycnosus 8 _rgn
° |
~ 350- 6 E
g ] 4 ©
> 3004 S
= 2 B
(] 1 Cyxue ycnosusa =
o 2504 0 X _
£ 200 100 ¢
c% ] 50 g
= 1504 S
| — 0 »
100+ / z

o 10 2 30 40 50 60 70

Bpemsi, MuH.

Pucynok 2 — I[Ipoduib skciepumenta Ha yctaHoBke AJ[Y-1

Tepmuyeckyro cTaOMIBHOCTH 00pa3ioB uccienoBanu Merogom OTC [3*-5%*].
[Iporpamma HcHBITaHUS Kaxjaoro oOpaslia IMOCeAOBaTEeIbHO BKJIOYanma B cels



IIUKJTBI HAarpeBa/OXJaXICHUsI B peakimoHHou cpene, comepxkameir CO (0.15 06.%),
NO (0.015 06.%), yrieBogopoast (Metan — 36 m.a., mpornuieH — 50 M.J., TOTyon —
14 m.11.), O2 (14.0 06.%) B a3oTe. KoHeuHas temmnepaTypa HHUKIOB BapbUPOBAJIACh U
coctapisiia 320 °C gst aByx nepBbix HUkI0B, 600 °C s TpeThero U 4Y€TBEPTOTO
mukiaoB, 800 °C gng maroro u mectoro nukiaoB, 400 °C mis mociaegHero IMKia.
CkopocTh nojibeMa TemnepaTypbl coctasisiia 10 °C/muH.

B Tperbeii raaBe auccepTalMd MPUBEACHBI PE3YJIbTaThl HMCCIEIOBAHUS
BJIUSIHUSL KOHLIEHTpaluu cepedpa Ha ajCcOpOIMOHHO-IECOPOIMOHHBIE CBOMCTBA
neosta ZSM-5 u ux o0CyXIeHHeE.

O6pazenn 5% Ag/ZSM-5 Obl1 TPUTOTOBICH METOJIOM HOHHOTO OOMEHa u
UCCJIE0OBAH METOJIOM JJIEKTPOHHOTO MapaMarHuTHoro pesonanca (OIIP) cnuHOBBIX
30oH10B. Kak cnenyer u3 pucyHka 3, Ha mnoBepxHocTH Leonuta HZSM-5 mnocne
agcopOumu 6enzona HabmogaeTcs: 00pa3oBaHUe KaTHOH-PAINKAIOB, IETEKTUPYEMBIX
meTtoaoM DIIP. /[t cucteMbl ¢ HaHECEHHBIM cepeOpOM HAOTIOAACTCS CYIIECTBEHHOE
YMEHBIIICHUE aMIUIUTY/bl CuUrHaia (mpumMepHo B 2.5 pasza) M, COOTBETCTBEHHO,
KOHIICHTPAIIMU KaTHUOH-paJUKaIoB. TakuM 00pa3oM, MOXKHO MOJjaraTh, 4TO HOHBI
cepebpa cTabMIU3UPYIOTCSA Ha aKIENTOPHBIX IIEHTPaX LE€0IUTA.

19

HZSM-5

WWM-S
T T T T T Y T d T d T
3280 3300 3320 3340 3360 3380
MarnutHoe moJie, I'c

Pucynox 3 — OIIP ciekTpbl KaTHOH-PaJAMKAIOB, 00pa3yIOMIMXCA MOCHe aacopOuuu
O€H30J1a Ha TOBEPXHOCTH HCCIIEyeMbIX 00pa3lioB

[To manHeIM MeToma peHTreHodazoBoro aHamm3a (PDA) mis uCXOTHBIX
HocuTesel HabmoaaTcs peduiekchl, cooTBeTcTBytomue hazam HZSM-5 u y-AlOs.
da3pl METAIMYECKOTO cepedpa M ero OKCHIa B Clydae MCXOJIHBIX Ag-CoepsKalux
IIEOJIMTHBIX 00pa3lloB OOHApyXeHbl He ObUIM. AHaim3 00pas3ioB mnocie PTC He
nokazan Hamnuusg pa3z Ag u AgrO mans obpasna 5%Ag/ZSM-5+y-AlOs3, onHako
cmalbbiii muk Ag B paiione 38.1° Obul oOHapykeH misi oOpasma ¢ cojep’KaHueM
cepedpa 10%.

[Tpu uccnenoBannm Ag-comepxammx o0pas3ioB Ha ocHoBe Y-AlOs, muk (assr
METAJUTMYECKOTOo cepedpa He HaOmrogaics TOIbKO B ciaydae oOpasma 1%Ag/y-AlLOs,
a, HayuHasg C KOHIEHTpauuu cepedpa 2.5%, ¢asza aeTeKkTupoBajach BIIOJIHE
OTYETIIMBO.
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HecMoTpst Ha oTcyTcTBHME MeTaummueckon (a3el Ha MCXOMHBIX OOpaslax o
JTaHHBIM MeTos1a POA, MeTOo1 MpocBeUUBalOIIel 3JIeKTpPOHHOU Mukpockonuu (I19M)
XapaKTepUu3yeT MOJTyYEHHbIC 00pasIel OTHOCHUTEJILHO PaBHOMEPHBIM
pacnpeneneHueM cepedpa Mo HeoJuTy B BUJE YACTHI] C MPeodIIajatoiieM TuaMeTpoM
70 5 HM, YTO COTJIACyeTCsl C JUTepaTypHbIMU JaHHBIMH [6*]. Ha neonute, kak u Ha
OKCHJIC aIIOMHHHS TaKKe MPUCYTCTBYIOT OoJyiee KpYIHBIE, OKPYTIJIble YacCTHIIbI
META/NIMYECKOro  cepebpa, UYTO CBUACTEIBCTBYET O JIOCTATOYHO  BBICOKOMU
MOJIBIDKHOCTH HOHOOOMEHHOTO cepedpa U ero CnocOOHOCTH K aBTOBOCCTAHOBJICHUIO,
Jake B yCIIOBUSAX CHHTE3a MCXOAHOro oOpasua (pucyHok 4) [7*, 8*]. OGnapyxkeHo,
YTO HApAMIY C arjiomeparueit yactui cepedpa B nporecce @TC Takxke MPOUCXOIUT U
UX peUCIEPTUPOBaHUE HA MEJIKUE KIacTepbl (cM. pucyHok 4 (a) u (0)).

Pucynox 4 — Mukpocuumku [19M ob6paszua 10%Ag/ZSM-5: ucxonnsiii (a);
nociie ®TC (z, e); mocie ®TC 6e3 yrinerogopoaos (0, B, I)
AJCOpOLIMOHHO-ICCOPOLIMOHHBIA ~ JKCIEPUMEHT  TIO3BOJISIET  TOJIYYHUTh
UHTETpAIbHBIC JaHHBIE TI0 YETHIpEM dTamaMm: ajcopOmHs TOJyoja, IMPOayBKa
(mecopbrusi) ®  TepmojecopOIMs B amanazoHax  cimabo-  (100-200 °C) wm
npouHocBsizanHoro (200-400 °C) Tonmyona (pucyHok 5). Ha kpaiiHem yuacTke
BO3MOJKHBI IIPOLIECCH] TEPMUUECKOTO Pa3I0KEHHs TOIyOJIa.

Ha pucynke 6 BugHo, uto meonutr B H'-popme He oOpasyer
MPOYHOCBA3AaHHOTO TOJYyOJda, TOTAAa Kak C POCTOM KOJIW4YecTBa Ag Ha LEOJIUTE
YBEJIMYUBACTCS KOJIMYECTBO MPOYHOCBSI3aHHOTO TOJIYOJa, AECOPOUPYIOMIErocs MpH
temmneparypax Boiie 200 °C. Obpazen Ha ocHoBe Ag/y-AlLO3 B cmecu ¢ H-hopmoii
neonuta (HZSM-5) takxke TposiBUI HaIUM4Me MPOYHOCBA3AHHOIO TOIYyOJa
(pucynoxk 6). [IpoBeaéHHble MOBTOPHBIE UCIIBITAaHUS HA ycTaHOBKe AJIY-1 BbisBUIM
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TEHJICHITUIO K POCTY TEPMOACCOPOITHN B BRICOKOTEMIIEPATYPHOM 00acTu (pUCYHOK 7
(a)) Ipu TEHIEHIIMM K YMEHBIIEHUIO KOJWYECTBA MPOYHOCBSI3AHHOTO TOIYOJA IS
obpasna Ag/ZSM-5 ¢ cepebpom, JTOKaIM30BAaHHOM Ha 11eoauTe (pucyHok 7 (0)).

. Tonyon
700 BeHnson
o 600-
= ]
©
S 500
S | T
= 3
; A 8 o o
S 300 g (=
j = 1 1
© ] &3 ||
e Apcopbuus Mpoayska + +~ ||«
£ 200+
)
ok ]
S 1004
! -
0- T T T T T T T T T T 1
10 20 30 40 50 60 70

Bpemsi, MuH.

Pucynox 5 — IIpoduiib KOHIIEHTpAIMK TOTYOJIa BO BPEMsI aIcCOPOIIMOHHO-
necopOIMOHHOTO0 dKcrepuMenTa (oopaser] 5%Ag/ZSM-5+y-Al,03)

Jlanabie 3¢ deKTs MOTYT OBITh OTHECEHBI K TIEPEHOCY cepedpa, Kak C IeoanTa
HAa OKCHJI AJTIOMUHUS — B 9TOM CIIy4ae KOJUYECTBO aKTHBHBIX B aJICOPOIMH TOJIyOJIa
IIEHTPOB yMeHbIaeTcs (pUCyHOK 7 (0)), TaK ¥ B IPOTHUBOITOJIOKHOM HAIPaBICHUU —
¢ 7-AlbOs na HZSM-5 (pucynok 7 (a)), yto mnoarBepxuaercs meroaom [IOM
(pucyHok 8).

—— 10% Ag/ZSM-5+1-Al,0,
5% AGIZSM-5+1-Al,0,

_ 5% Agl-AlO,+HZSM-5
{ ——HZSM-5+-AL0,

|-

T T
52 54 56 58 60 62 64
Bpemsi, MuH.

KoHueHTpauus Tonyona, oTH.eq

Pucynok 6 — TepmoaecopOuust Tonyosia B iuana3zone temmneparyp 100-200 u
200-400 °C
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Pucynox 7 — [Ipodunu koHuenTpanuu toiryosa oopasuos 5%Ag/y-Al,Os+HZSM-5
(a) u 10%Ag/ZSM-5+y-Al>O3 (0) B TpEéX 1MKIIax UCHbITaHUM HAa ycTaHOBKEe AJ[Y-1

Pucynox 8 — Mukpocuumku [19M obpaszua 5%Ag/y-Al,O;+HZSM-5 nocne ®TC

N3 nureparypbl HU3BECTHO, YTO CHJIMKATHBIM MOJYJb LIEOJIUTA BIIUSIET HA
aZcopOLMI0 YIJIEBOJAOPOJAOB B MPUCYTCTBUM TapoB Boiabl [9%]. B wacTHOCTH,
BBICOKOKPEMHUCTBIEC II€OJIUTHI MPOSBISAIOT TUAPOGOOHBIE CBOWCTBA, a LIEOJMUTHI C
OONBIIMM  COZEp’)KaHUEeM alioMUHUA Oosee ruapoduibhbl. Ho dYem MeHbline
QTIOMUHUSA B 1I€OJUTE, TEM MEHbIIE LEHTPOB [Jii MOHHOrO oOMeHa Ha Ag u,
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CJIeI0BaTEIbHO, MEHbIIIE MPOYHOCBsA3aHHOro Toiyosa [10*]. [dns wmccrnemoBaHus
BIUSTHUS MOAYJIS 1teosinta ZSM-5 Ha ero aacopOIMoHHbIE CBOMCTBA ObIJIa IPOBEICHA
cepusi HKCIEPUMEHTOB ¢ O0Opa3laMu, pa3IMyarluMUcs cooTHolleHueM Si/Al
(Momynb 30 u 71), B yCIOBHSIX XOJOJHOTO CTapTa B MPUCYTCTBUU U B OTCYTCTBUU
apoB BO/IBI.

OOHapyXeHO, YTO B MPHUCYTCTBHM IapOB BOJbI JJisi BBICOKOMOJYJIBHOTO
neonuTa, coaepxamero 3% Ag, KOJIMYECTBO MNPOYHOCBSI3aHHOIO TOJIyoJa 4YYTh
00JIbIIIe YeM Y HU3KOKPEMHHUCTOTO, OJIHAKO B 000UX CIIydasiX LEOJUTHI aJICOPOUPYIOT
TOJIyOJI MEHbIIIE, YeM B OTCYTCTBMM MapoB Boibl (pucyHok 9 (a)). Hus 10%-ro
HU3KOKPEMHHUCTOr0 00paslia €MKOCTh MO IMPOYHOCBSI3aHHOMY TOJIyOJy OKa3ajlach
3HAYUTEBHO BBIIIIE.

KBanroBo-xumuueckue pacuétel (meton DFT) mnoarBepaunu, 4YTOo Ha
MOHOAQTOMHBIX IIEHTpax aAcopOIusi BOJBI MpeBaTupyeT Haj aicopOuuel Toiyosa
(pucynok 9 (6)) [11*]. Ho yxe Ha ABYXaTOMHBIX KJIaCTEpax JHEPrus aacopOuuu
BOJIbI CHIDKAETCSl M CTAHOBUTCSI HUYKE SHEPTHH acopOIuu Tomyosa. Takum oOpazom,
a7copOIMs MPOYHOCBA3aHHOTO TOJIYO0JIa HA MHOIOATOMHBIX KJIacTepax JIO0JKHA ObITh
BBITOJHEE aJCOpPOLMU TAapOB BOJbI, HECMOTPsSI Ha THAPOPUIBHOCTH HCXOJHOTO
LEO0JIUTA.
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Pucynok 9 — (a) KonuuecTBo mpouyHOCBSI3aHHOTO ToJTyoJia Ha Ag/ZSM-5 B
NPUCYTCTBUH U OTCYTCTBHH MAPOB BOABIL, 11 1e0UTOB 3%Ag/ZSM-5 (Momynb 30 u
71) u 10%Ag/ZSM-5 (Mmoxyns 30). (0) Pacu€rHas sHeprust aacopOIiu mapoB BOBI U

TOJIyOJIa Ha PA3JIMYHBIX KJIacTepax cepedpa B IEOTUTE
Ucnbrranus obpazua 5%Ag/ZSM-5, B koTopoM cepedpo HaXOAUTCS B HOHHOM
dopMe B KaHalax II€OJUTa, HAa CTAOWIBHOCTh B YCIOBUAX (HOPCUPOBAHHOTO

TEPMHUYECKOTO CTapeHusi mokazanu, 4tro okucieHne CO mnpoTekaer TOJIbKO B
BBICOKOTEMMepaTypHoid obOmactu (pucynok 10 (a)). B oOmactm ymepeHHBIX
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TEMIEpaTyp MNPOUCXOAMUT JecopOuus aAcOpOUPOBAHHBIX YTIEBOIOPOAOB C HX
napuyaibHBIM OKHCIEHHEM, YTO O0YCIOBIMBaeT yBennueHue konueHntpauuu CO B
untepBasie Temreparyp 300-600 °C. B cnyuae obOpasna 10%Ag/ZSM-5 yacthb
cepebpa HAXOAWTCS HA BHEIIHEW MOBEPXHOCTH IIEOJIUTA B BUIEC KAaTaJTUTHUYECKU
akTUBHBIX (hopm, uTo cieayeT u3 kKoHBepcuu CO mpu Temneparypax 250-300 °C
(pucynok 10 (6)). B xome BbICcOKOTEMIEpaTypHOH OOpaOOTKHM MPOUCXOIUT HX
aryiomeparys ¢ 00pa3oBaHUEM OTHOCUTEIBHO KPYIMHBIX YacTull (1o gaHHeiM [I19M),
YTO MPUBOAUT K CHUIKEHUIO KATAJIUTHUYECKOW aKTUBHOCTH (CMEIEHHE KPHUBBIX B
BBICOKOTEMIIEPATYPHYIO 00J1aCTh).

2250 2250

5%Ag/ZSM-5+y-AlL,0, YB 1 CO a | 10%Ag/ZSM-5+1-Al,0, 6
2000 - 2000 YB 1 CO

£ 1750 £ 1750
S ] I ]
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o 1 (o) ]
O 12504 O 12504
® ] ® ]
5 10004 —=—Ln 1 5 10004
(5] {1 ——Uwkn2 [+ J
g 7504 _u+ ukn3 2 7504
5 1 ——Uukn4 5 1
T 500 Lkn 5 T 5004
o 1 ——uwkne o 1
2 20 T g 2 2501
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Pucynok 10 — Konnentpanuonnsie npoduiu CO B pexxume OTC ps oOpasion
5%Ag/ZSM-5+y-Al,0s (a) u 10%Ag/ZSM-5+y-Al,O3 (0)

B 4erBéproil riaBe auccepranMM IIPUBEICHBI PE3YyJIBTATBI MCCIEAOBAHUU
a7ICOPOIIMOHHO-AECOPOIIMOHHBIX CBOMCTB [B-1I€0IUTA U UX 00CYKJICHHUE.

[Ipexxne Bcero ciaeayeT OTMETHTb, YTO HaHECEeHUE cepedpa Ha [-1eoauT
MPUBEIIO K 3HAUUTEIIbHOMY MaJeHUI0 Spat 00pa3ioB (pucyHok 11) u, Kak ciencTBue,
K HHU3KOMY KOJIMYECTBY TMPOYHOCBSI3aHHOTO Toiyona. Ilpu »Tom  oOmias
a7copOIMOHHAsT €MKOCTh IO TOJIyOJly MPOXOJUT Yepe3 MaKCUMyM Ipu
KOHIIeHTpalu cepedbpa 6-8%. KoanuecTBO MPOYHOCBA3AHHOTO TOJIyOJIa TIPH
BapbUPOBAHUM COJIEp)KaHUsI cepedpa MEHsIeTCs He TaK CYLIECTBEHHO, B pe3yjbTare
4Yero J0Js TPOYHOCBSI3aHHBIX (opMm cHmkaercs. [lpuunmHON CHIDKEHHS OOIIei
a71copOLIMOHHON €MKOCTH T10 TOJIYOJIy IIPH BBICOKOM COJEp>KaHUU cepeldpa sBIseTCs
cinaboe B3aMMOJICUCTBUE «METAII-IICOIUT», YTO MPUBOJUT K arjioMepanuu YacTHII.
@opMHpOBaHUE KPYIHBIX ariioMepaTroB cepedpa Ha MOBEPXHOCTH LIEOJIUTA B XOJ€
JUTUTEIIBHOTO TEPMUYECKOTO cTapeHus noarsepxkaeHo mertogamu DC10 u [IOM qns
00pa3IoB C BBICOKUM cojep:kaHueM metamia. ClelyeT OTMETHTh, YTO MO 00IIei
€MKOCTH TOJIyoJia 00pa3lbl Ha OCHOBE [-1I€0JINTa 3HAUYUTEIBHO YCTYHalT oOpa3uam
Ha OCHOBe 11eoyirta ZSM-5.
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Pucynok 11 — Brnusaue conepkanus Ag Ha yICIbHYIO TOBEPXHOCTH (SpaT)
B-ieomuTa ¢ MoayseM 25 (a) M KOJIMYECTBO C1a00CBA3aHHOIO M MPOYHOCBSI3aHHOTO
Tonyosa Ha Ag/P neonutax ¢ moayisimu 25 u 36 (0)

B nfATOM W 1mecroi raaBax JucCepTalldd TMPUBEACHBI  PE3yJIbTATh
UCCJIEIOBAaHUN aJCOPOLIMOHHO-IECOPOIIMOHHBIX CBOMCTB 1e0auTOB Ag/ZSM-23 u
Ag/Y u ux obCcyxJIeHHe.

Heomut Ag/ZSM-23 ¢ monynem 100 (cunuii npoduns Ha pucyHke 12 (a)),
BBHJIy BBICOKOT'O COJIEP>KAHUSI KPEMHUS, XapaKTepU3yeTcsl HU3KOU SpaT M COJICPIKUT
Maj0 MOHOOOMEHHOro cepebpa. DTo OOBACHSET IUIOXYHO aJCcOpOLMI0 TOJyoJia Ha
JaHHOM I1eosnte W ObicTpyro gae3akTtuBanuio B ycnoBusax OTC. Kpome Toro,
BHEJIpeHHE Ag B LIEOJUT COMPOBOXKIAETCS PE3KUM YMEHBIIEHUEM IMOBEPXHOCTHU 32
c4€T OJOKMPOBKHU KAHAJIOB U pa3pyIlieHuEeM CTPYKTYpHI neonuta. Tak, metomom POA
MPOJIEMOHCTPUPOBAHO PA3PYIICHUE CTPYKTYpPhI IEOJIMTA C TOSIBICHUEM CHUTHajla
¢aszer Si02, a meron [IOM nokasan gexopupoBaHWE HEMHOTOUYMCICHHBIX KIACTEPOB
cepedpa cioeM Si0;.

Heomut Ag/Y (Moaynb 6) HAoOOpPOT COIEPNKUT MHOTO HOHOOOMEHHOTO
cepedpa U coXpaHsieT BBHICOKYIO MOBEPXHOCTh. JIJisi Hero HabmogaroTcs: 006e Ghopmbl
azcopOuuu ToJiyosia (pucyHok 12 (0)), a Takke €ro napuuajbHOE OKHUCJICHUE B
ycnoBusix @TC. OnHako 71 UCNOJIb30BAHUS B KAUECTBE YTIIEBOJIOPOIHOM JIOBYIIKH
KOJIMYECTBO ClabOCBs3aHHBIX (opM Tomyona, necopoupyromierocs g0 200 °C,
CIIMIIKOM BeJuKo. boiee Toro, sKCHnepUMEHTHI, MNPOBEACHHBIE B CTAaTHYECKOU
BaKyyMHOH YCTaHOBKE, IMOKa3aJHd, YTO MPOYHOCBS3aHHBIE (DOPMBI yTIEBOAOPOIOB
(Tolyon, MPOMWIEH) HE JeCOpOMPYIOTCS TOJHOCTBIO, a O00pa3ylT KOKCOBBHIC
OTJIOXKECHHSI, YyCTOMUMBBIE JTayKe TIPU HArpeBe B Kuciopoje. Takum oOpa3oM, JaHHBIN
BUJ[ 1IEOJIUTA MAJONEPCHEKTUBEH BBUAY OBICTPOTO CHIDKEHHS aJCOPOIMOHHOU
€MKOCTH B XO0JI€ MPAKTUYECKON IKCILTyaTalNH.

16



(3] ] 1600
5 ] /"‘"K . [10%Ag/Y +-Al O
o o 273
= ] = 1400
[ . = =
= 5% AQ/-ALOfHZSM-5 g 1200
g 5% AQ/ZSM-23+y-AlO, S. 1000
= 5
g ] "{'AI203L N I9 800
= ®
= 600

Q
4 A
o 7 = 400
¥ L T

o T T 1T T 1 "7 17 1 "7 T°7 LI L j 200

5 10 15 20 25 30 35 40 45 50 55 60 65 70 % J—L |
Bpemsd, MHH. ¥ 10 20 30 40 50 60 70
BpeMm#a, MHH.
a ]

Pucynox 12 — Ilpodunu koHIIEHTpaIK TOIyoIa ajis o0pasia
5%Ag/ZSM-23+y-Al,O3 B cpaBHeHuu ¢ oopazuamu y-Al,O3 u
5%Ag/y-AlLO3z+HZSM-5 (a) u o6pasziiom 10%Ag/Y+y-AlO3 (0)

B ceapMoii rJ1aBe uccepTaliM  TPUBEICHBI PE3YJIBTaThl  MCCIICIOBAHUIMA
JIBYXKOMITOHEHTHBIX CHCTEM W WX OOCYKICHHE. BbbUTM W3ydeHbl KOMOWHHPOBAHHBIC
obopasupl Ag/ZSM-5 u Pdy-ALO;, a takxke obpazen 2.5%Ag/2.5%Pd/y-AlO;
(mocnenoBaTelbHOE HaHECEHHE), cojaepkaimi oba merauia Ha y-AlOs3 B cmecu ¢
HZSM-5.

CornacHo jganHeiM  P®DA, mng OMMETADIMUECKWX CHCTEM IHK — cepedpa
HAOMIONIAeTCs TOJNBKO B Cy4yae o0pasiia, MNPUTOTOBICHHOIO TIOCIEAOBATEIbHBIM
HaHeceHneM nawiaaus Ha Y-Al,Os, CymKol U MpOKaIMBaHUEM, U HAHECEHHEM cepedpa.
[Nannaauit mposiBisiercss B Buae ¢a3bl OKCHIIA, MPOMOPIMOHAIBHO €r0 COICPKAHUIO B
oOpaztie.

Uccnenoanne ob6pasma 2.5%Pd/y-ALO;+HZSM-5 mnocie ®TC meromom
II5M nokaszano, 4TO HajulaJuil HaXOJUTCS B BHAE YaCTHII, JOKAJIM30BAaHHBLIX Ha
v-AlbOs.  Cnemyer  oTMeTuTh, 4TO 1 cepebpa  Obul  OOHapykeH
BBICOKOTEMIICPATYPHBIM TIEPEHOC C OKCHAAa QJTIOMUHUS Ha YHCTBIH IICOJTUT C
JoKanMu3aluen B ero KaHajlax, a TakKe C BHEIIHEW MOBEPXHOCTU LIEOJIUTA HA OKCH/L
ATIOMUHUA, Kak ObUIo omucaHo Bbimie. [lepeHoc mamnaaust B JaHHBIX YCJIOBHUSIX HE
HaOJTI0 1.

WcnbiTanne 30HUPOBAHHBIX OOPa3lOB JBYXKOMIIOHEHTHBIX CHCTEM THIIA
«ancopOeHT/KaTanu3aTop» OBLJIO MPOBEACHO Ha aaCcOpOIMOHHO-IECOPOIMOHHOM
yctanoBke AJIY-1 (pucynok 13) mist tectupoBanusi 3H(PEKTUBHOCTH MPEIIOKEHHOM
CXeMbl, a HMEHHO — I[IOCJIEeIOBATEILHOTO PACIOJOXKEHHUSI 10 XOJy TOTOKa
aacopommonnoro  Onoka (Ag/ZSM-5+y-AlbO3) w  KartaauTH4ecKoro  OJIoKa
(Pd/y-ALO3).
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Pucynox 13 — IIpodunu KoHIIEHTpAIK TOTyoa 11t 00pasioB aacopOeHTOB-
KaTaJau3aTOPOB C 30HUPOBAHHOM 3arpy3KOu:

L1 - Bepx: 5%Pd/y-Al,O3+y-AlLO3, HU3: 5%Ag/ZSM-5+y-AlO3;

L2 - Bepx: 5%Ag/ZSM-5+y-Al,O3, vu3z: 5%Pd/y-AlLO3 + y-AlLO3;
L3 - Bepx: HZSM-5 + y-AlLO3, Huz: 2.5%Ag+2.5%Pd(coBm.tiponiut)/y-Al2Os;

LS - Bepx: 5%Ag/Y+y-AlLO3, Huz: 5%Pd/y-Al,O5 + v-ALOs3

O} dexTUBHOCTh JaHHOW CXEMbl MOXET OBITh OIIEHEHA IO CJEeAYIOIUM
KPUTEPUSIM:

1. O6pazen nowkeH 3P GHeKTUBHO aacopOUpoOBaTh TOIYOIT;

2. JlecopOuus mpeoOiaiaroie 4acTu TOJyoJia JIOJDKHA MPOUCXOIUTH TMPHU
temrieparypax Boiie 200 °C;

3. B TtemmeparypHom guamazone 200-400 °C Ha BBIXOJE JOHKHO OBITh
MUHHMAJIbHOE KOJUYECTBO TONyOJa (KATAIUTUYECKUH cloil MomkeH 3()(eKTHBHO
JOXKUTATh TOIYOJ, IECOPOUPYIOMUNCS B ’TOM HHTEpBaJie TEMIIEPaTyp).

Kak Bumno u3 Pucynok 13, obpazen L2 (Bepxuuii cmoit — 5%Ag/ZSM-5+
v-Al2O3, mmwxuuit cmoit — 5%Pd/y-Al,Os + y-AlO3) oTBeuaer BceM 3asBICHHBIM
TpeOOBaHUSIM M MOXET ObITb PEKOMEHJOBaH Kak Haubosiee 3pdexTuBHas
JBYXKOMIIOHEHTHAs! CUCTEMA.

BBIBO/1bI

1. Jlna neonuroB ZSM-5, ZSM-23, B u Y mnokazaHo, 4YTO OCHOBHBIMH
dbakTOpamMu, ONpeCSIONIMMHU aCOPOIIMOHHO/ 1eCOPOIIMOHHBIE CBOMCTBA IIEOTUTHBIX
MaTepuajoB, SBISIOTCS CHJIMKATHBIA MOJYJIb U CTPYKTypa HCXOJHOTO II€OJIUTa, a
Tak)Ke KOHIIEHTpAIlMs BBOJAMMOTO cepebpa. B 3aBHCHMOCTH OT pPEaKIMOHHBIX
YCIIOBUH aJICOPOIMOHHBIC IEHTPHI MPETEPIICBAIOT CYIIICCTBCHHBIE M3MCHCHHS, YTO
cka3piBaeTcsi  Ha  A(PPEKTUBHOCTH  JCOPOIMOHHOTO  KOHIICHTPUPOBAHUS
YTJIEBOJIOPOJIOB.
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2. YcraHOBIIEHO, YTO TpuU MOAM(PHUIMpPOBaHUH IeonuTta ZSM-5 cepedpom
OPOYHOCTh  aJCOPOLMM  HENpPENEIbHBIX  YIJIEBOJOPOAOB  YBEIMYUBAETCA, a
TeMIiepaTypa, HeoOXoaumass s UuX JecopOuuH, BO3pacTaer. YBEIUYECHHE
KOHIIEHTpauu cepedbpa B 1meonutre 10 10% crnocoOCTBYET YBEIMYECHUIO JOJIH
OpOYHOCBSI3aHHBIX (QopM Tonyona no0 0.74. AncopOLMOHHAs €MKOCTh II€0JIMTa
10%Ag/ZSM-5 cocrauna 139.4 mr/r.

3. Ha npumepe cuctembl Ag/ZSM-5 nokaszaHo, 4TO Mapbl BOJAbl KOHKYPUPYIOT
C TOJIyOJIOM 32 aKTHBHBIC IICHTPbI Ag' 1eoaura. UyBCTBUTEILHOCTh Ag-COICPIKAIIINX
LHEHTPOB K IPUCYTCTBUIO IMApPOB BOJbl YMEHBUIAETCA C IMOSBICHHEM KIACTEPHOIO
cepedpa M pPOCTOM pa3Mepa dacTull cepeOpa 3a CU€T yMEHbIIEHUS SHEPruu
a7cOpOIU MOJIEKYJT BOJIBI.

4. lns  Ag-comepskaimiero [(-1ieoiMTta yCTaHOBIEHO, YTO ONTUMAJIbHOE
comepkanue cepebpa coctaBisier 6-8 %. Ilpu Oompiiem comepkanuu cepedpo
JOKaJIM3yeTCsl Ha BHEIIHEH [OBEPXHOCTUM LEOJIMTa B BHUJE AarjloMeparos,
OJIOKMPYIOUIMX KaHajbl, YTO MPUBOJUT K YXYIUIEHUIO aJCOpPOLMOHHBIX CBOWCTB.
MakcuManbHOE€ 3HAYE€HHE aJCOPOIMOHHOM eMmKocTh g ueonuta 8%Ag/
coctaBmiio 17.9 mr/r.

5. Merogom P®A mnokazaHo, 4YTO cepeOpo B LEOJIUTaX HAXOJIUTCA
PEUMYILECTBEHHO B peHTreHoamopdHoM coctossHuu. B xome dopcupoBaHHOTO
TEPMHUYECKOTO CTapeHHs MPOUCXOJMUT TMEPEeHOC cepedpa ¢ HMOHHBIX IIEHTPOB,
BOCCTAaHOBJICHME M arjioMepamus MeTaUIMYeCKUX 4YacTull. Takke oOHapy»KeH
nepeHoc cepedpa ¢ LeoJInTa Ha OKCUJ] aIFOMUHUS U B OOPaTHOM HAaIpaBJICHUU.

6. YCTaHOBJIEHO, YTO HA LIEOJUTE LIEHTPbI C HIOHHBIM CEpeOpPOM HE aKTUBHBI B
okucienurn CO B TPUCYTCTBUM HEHACBIIICHHBIX YTJIEBOJOPOJIOB. AKTUBHOCTH B
okucienuun CO mosBisercs ¢ 00pa3oBaHUEM KJIACTEPOB U METAIMYECKHX YaCTHUIL
cepeOpa. I[lpyunHamMu Ae3aKTHUBALMU SIBISIIOTCSA arjoMepanus 4YacTuil cepeOpa, a
TaK)K€ UX IEKOPUPOBAHUE OKCUAOM KPEMHHUSI B ClIydae BBICOKOMOAYJIBHOTO LIEOJINUTA.

7. YCTaHOBJIEHO, YTO MIPOYHOCTh 3aKPEIUICHHs cepedpa 3aBUCUT OT CTPYKTYpHI
eoauTa U ero moayJisa. B cnydyae ZSM-23 ¢ HaUMEHBIIIEM KOJUYECTBOM aJTFOMUHUS
(momyns 100) dopmupoBanue ¢da3pl cepebpa He MPOUCXOAMT Jaxe Iocie
BbICOKOTEMIepaTrypHoro crapenus. Ha oopasnax Ag/Y (Moayiib 6) ¢ MaKCUMaJIbHBIM
konuuectBoM Al meramnuueckas aza cepedpa NETEKTHPYETCS YK€ IMOCJe CTaauu
npurotoBiienus. Ileomutr ZSM-5 (moaynas 23) 3aHMMaeT MPOMEKYTOYHOE
MOJIOKEHHE, yAepxuBas cepeOpo B MOHHOU (peHTreHoamopdHoi) gopme mocie
BBICOKOTEMIIEpAaTypHBIX 00pabOTOK Ja)ke B CIy4yae BBICOKON KOHLEHTpauuu Ag
(10%).

8. [IpennioxkeHa  OuMMeTayuiMuecKass CHCTEMa  «aJCOpOEHT/KaTamu3aTopy,
cocTosasi W3 TIOCHEJOBATEIbHO PACHOJOKEHHBIX ciloeB  5%Ag/ZSM-5 wu
5%Pd/Al,0O3; n obecnieunBaromas 3hPpeKTUBHOE aCOPOIMOHHOE KOHIICHTPUPOBAHUE
yriieBojiopoioB o Ttemmeparypbl 200 °C u uX TNOCHEAYIOIIee OKHUCICHUE MpHU
MOBBIIIEHUN TEMIIEPATYPHI.

9. Pa3pabotan  moaxoJ K  HUCCIEJOBAHUIO  MPOIECCOB  aAcopOLUU
yII€BOAOPO/IOB B YCIOBHSX XOJOJHOTO CTapTa, MO3BOJISIOIIUN UIEHTU(DUIIMPOBATH
cn1a00CBsA3aHHBIE U MPOYHOCBSI3aHHbBIE (POPMBI aICOPOMPOBAHHBIX MOJIEKYJI 3a CUET
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OBICTPOro JBYXCTYNEHYATOrO HarpeBa B TeMiiepaTypHbix uHTepBanax 100-200 °C u
200-400 °C.
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