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OT3bIB BEAYIIEN OPI'AHU3ALMU
Ha quccepranuio Ceprix Anekcanapa MiBanosmua
«®@opMHUpOBaHHe, IPUPOA U (PU3NKO-XUMHIECKHE CBOMCTBA KATHOHHEIX LIEHTPOB B
KaTAIUTHYECKUX CUCTEMaX Ha OCHOBE BBICOKOKPEMHE3EMHBIX IIEOJIMTOBY, MIPEACTABICHHYIO Ha
COMCKaHHE YYCHOH CTENEHH JOKTOpa XUMHYECKHX HayK 10 crenuansaoctd 02.00.04 —
(buznyecKas XuMus

[leonuTel, Onaromaps YyHHMKaJdbHBIM CBOHCTBAM CBOEH IIOPUCTOH CTPYKTYpHl H
HOHOOOMEHHBIM ~CBOMCTBAM, HAaXOAAT INMPOKOE IPUMEHEHHE B pAa3jIMYHBIX OTPACIAX
IPOMBIIUICHHOCTH, CEJIbCKOM XO3SHCTBE H CTPOUTENILCTBE. B OCHOBHOM I[€O0UTHI IPHMEHSIOT B
Ka4ecTBe a[COPOEHTOB B afCOPOIMH M pa3/elIeHAM Ta30B, B 3€JICHON XUMHH JUIS yHAICHHS
BPEHBIX IPUMECEH M3 KXHUAKOCTEH (paJlHOaKTUBHBIX W TOKCHYHBIX KATHOHOB, TOKCHYHBIX
AQHHOHOB ¥ OPraHMYECKUX 3arpsA3HUTeNeidl) W Ta30B, B Tra30HCPTEXHMHH B KaueCTBE
KaTaJld3aTOPOB Pa3iIM4HBLIX IPOLECCOB NEPEepabOTKH OpPraHUYECKOTO CBIPhbS, B KadyecTBE
KaTaJIi3aTOPOB OYHCTKH BPEIHBIX BEIOPOCOB. L{€0MMTEI MOTYT OBITH MCIIOJIB30BAaHEL B KAYECTBE
MaTpHll  ONpEAETICHHOM  apXUTEeKTyphl IS  CTaOWIH3aldl  HAHOYACTHI[ METAJUIOB,
NOJIYIPOBOAHHUKOB, KpacHTeslel, a TakXe H30JHpPOBAaHHBIX KAaTHOHOB, 00JaJaArOIIUX
YHHUKQJIBHBIMH 3JIEKTPOHHBIMU U ONTHYECKUMHU CBOWCTBaMH. B CBSI3U C 3THM B IIOCIIECAHHE OB
OHU paccMaTpUBAIOTCA KaK IEPCHEKTHBHBIE MaTepHANBI B BBICOKOTEXHOJIOTHYHBIX OTPACIISIX
IIPOMBIIUIEHHOCTH. VccieioBaHus EOIUTOB B HACTOSIIIEE BPEMS BEyTCS OBICTPHIMU TEMITAMHU
W HalpaBJeHbl KaK Ha NOJy4eHHue (yHIaMEHTAIBHBIX 3HAHHH O NMPOMCXOXICHHH HX (DH3HUKO-
XUMHYECKUX CBOHCTB C LETBIO pa3pabOTKU MaTepHUajoB C 3aJaHHBIMH CBOMCTBAMH, TaK W Ha
NOUCK HMX HOBBIX NpPHUMEHEHHHA. B wHccrenoBaHHSIX IEONUTHBIX KaTaIM3aToOpoB OOJIBIIOE
BHUMAaHUE yJEJSIETCS YCTAaHOBIECHUIO IMPUPOJBI MX KATAIUTHYECKOM aKTUBHOCTH M MEXaHH3MOB
MNPOTEKAIOIUX € HX YydacTHeM peakuuid. HecMoTps Ha CyliecTBEHHBIE YCIEXH B 3TOM
HAIIPaBJICHUH, [10 MHOI'MM KaT&JIMTUYECKUM CHCTEMaM JI0 HACTOSILEr0 BPEMEHH HET €IMHCTBA

BO B3I Aax pa3JIM4YHBIX UCCIICAOBATCIILCKUX I'PYIIIL.




B cBeTe cKa3aHHOTO mWpejCTaBIeHHasd K 3alliTe AWcCCepTanuoHHas pabora CephIX
Anexcanznpa MBaHoBHYa SBIILETCA BeChbMa aKTYalbHOM Kak ¢ (DyHIAMECHTATbHOM, TaKk @ ¢
IPUKIAJHOH TOYeK 3peHHs. Heo6X0aMMOCTh HCCIEAOBAHUS IPUPObI KATUOHHBIX CTPYKTYD B
[EOJINTaX KaK ¢ TOYKH 3PEHHs YCTAHOBJICHHUSA NPHPOIBI UX KATATHTHYECKOM aKTHBHOCTH, TaK U
0OHApy>KeHHs! NX HOBBIX CBOMCTB HE BBI3HIBAET COMHEHHH.

B paGore mccieqoBaHBI 1Ba THIA KATHOHCOIEPKAINMX LEOAMTOB. lleomutsl ZSM-5,
colepiKalliie KaTHOHBI METAIOB C 3anojiHeHHoiH d 000mouykoldl — IMHK, KaaMui W rannuil -
aKTHUBHBI B JCTHIPOLIMKIIH3ALNH JIETKHX apadMHOB. DTH LEONUTHI ObLTH MCCIIEN0BAHbI, IIPEXKIE
BCETO, C IIEJIBIO YCTAHOBJICHHUS MPHUPOIB! KATHOHHBIX IIEHTPOB M UX KaTATMTHYECKOH aKTUBHOCTH
B peakIUH AeruapupoBanus napaduuos. Lleonuter ZSM-35, comepxaniue oOMeHHbIE KATHOHEI
NEPEXOJHBIX METAJUIOB C MEPEMEHHOM BaJIEHTHOCTBIO - MEIb M HHUKENb - aKTHBHEI B PEaKIHAX
OKHCJICHUS U BOCCTAHOBJICHUS. DTH LEOJHUTH HCCIEIOBAIUCH C LEBI0 H3YUeHHs afcopOlIuy H
aKTHBALMK MOJIEKYJI CTaOMIBHBIX MOJIEKYN, TakuxX Kak N, U H,, Ha HH3KOBaJICHTHBIX KaTHOHAX
MEPEXOTHBIX METAIIOB.

Bee pesymbTaTel Momy4eHB! AHCCEPTAHTOM BIEPBbIE U 06JIaqaloT HECOMHEHHOM HayqHOH
HOBH3HOH. B KauecTBa HanGosee BaXKHBIX Pe3yJIbTaTOB CIIEAYET OTMETHTE CJIEYIOIIHE:

YcraHoBleHa MPHPOa KaTHOHHBIX LEHTPOB B LHHK-, KaJMHii- M TaIMACOIEpKAIIHX
neomurax ZSM-5. B muHKcoiepkammx neonurax ZSM-5 HesaBHCHMMO OT cmocoba
IPUTOTOBJICHMS IIPUCYTCTBYIOT TOJIBKO H301MpOBaHHEIE 0OMeHHbIe KaTuoHbl Zn(Il). Ilpu sTom
0OHapy>XMBAIOTCS 1Ba THIA TAKHX IEHTPOB. KaTHOHBI LIMHKA [IEPBOTO THIA, COrNIACHO BHIBOIY
aBTOpa, KOMIIEHCHPYIOT OTpHLATEIbHEIE 3apsAasl ATIOMHHHH-KUCIOPOJHBIX TETPadapoB,
HEJ]AIEKO PACTOJIOKCHHBIX APYTr OT JApyra (B OJHOM CTPYKTYPHOM KOJIBIIE 11€0uTa). KaTHOHEI
[MHKa BTOPOTO THIAa KOMIICHCHPYIOT 3apsisl 0ojee yNaJl€eHHBIX IOPYT OT Jpyra B KapKace
[EONIUTa ATIOMHHHA-KHCIIOPOAHBIX TeTpas’apoB. B kagMuiicomepxkamem neonure ZSM-5 B
3aBHCHMOCTH OT CIocofa BBEIECHHS KaJMUSI MOTYT 0Opa30BBIBATLCS OJHOBAJIEHTHBIE OOMEHHBIE
KaTHOHBI, JBYXBAJICHTHBIE H30JHPOBAHHbIC OOMEHHBIE KAaTHOHEI B OOMEHHBIE OKCOKATHOHBI
kanmus. B rammmiiconepxameM neomute ZSM-5, MOAMQUIMPOBAHHOM KATHOHAMM TALTHSA
Croco6OM BOCCTAHOBHTENIBHOTO MOHHOTO OOMEHA raJUIMii MOXET IPUCYTCTBOBATH KAaK B BHIE
OJHOBAJICHTHBIX, TaK U B BUJIE TPEXBAICHTHBIX OOMEHHBIX KaTHOHOB. Ilocnennue o6pasyrorcs B
pesynpTaTe AMCTIIPONOPUHOHMPOBAHHS OJHOBAICHTHBIX KATHOHOB Tallds IPH BBICOKHX
TeMneparypax. Hamo ckaszath, 4To cylnecTBOBaHWE TpPEXBAJIEHTHBIX OOGMEHHBIX KaTHOHOB
BEICOKOKPEMHUCTBIX LieonuTax Tura ZSM-5 apiseTcs BechbMa HEOXHIAHHBIM (akTOM. ABTOp
OOBACHSET BO3MOXHOCTb CYIIECTBOBAHHMS TAKHX KATHOHOB, KOMIMEHCHDYIOUINX 3apsibl

YAANEHHBIX ApYT OT ApYra allOMUHHH-KHCIOPOAHBIX TETPAdAPOB, BEICOKOH MMOKOCTHIO KapKaca
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neonura. TpexBaleHTHblE OOMEHHBIE KATHOHBI TaUIMS  HECTaOMIBHEI  BCIICACTBHE
HANPSXKEHHOCTH CBA3EH C KHCIOPOJOoM Kapkaca. OHHM JIETKO pa3pyIIAIOTCs MPH JUCCOMMAIMY Ha
HHUX Pa3IMYHBIX MOJIEKYIL.

ObHapyxeHa nﬁccounamm BOJOpPO/la M MeTaHa Ha oOMeHHbIX katuoHax Zn(II) B
UHKCOAepXaluXx neonurax ZSM-5. Jlucconuanus Bomopola MPOHCXOMMT ¢ OOpa3soBaHHEM
KaTHOHOB TWApHAAd IMHKAa M KHCHOTHBIX OH rpymm. [IpogykraMu gucconpanuM MeTaHa
SBIIFOTCS KaTHOHBI AJIKWIIA ITUHKA U KuciaoTHele OH rpymmer.

Obnapyxena nuccouunanus Bogopoaa Ha karuonax Cd(Il) 8 Cd-ZSM-5, npoucxonsimas
¢ obpazoBaHHEM IHApUIA KagMus ¥ kucnotHeix OH rpymm.

B pabore czenan BBIBOJ O TOM, YTO OOMEHHBIE KATHOHBI IIMHKA M KaJMHsl, aKTHBHEIE B
JIUCCOLHAIM BOJOPOJA H METaHa, SBJIAIOTCS TAKXKE aKTUBHBIMH [EHTPaMH JETHAPHPOBAHUS
alkaHoB. B raumicomepxkamem neonure ZSM-5, coriacHO BBIBOAY pa0OThl, aKTHBHBIMH
IEHTPaMH JETHAPHPOBAHMS aJKAHOB SBIMIOTCH TPEXBAICHTHBIE KATHOHBI TaIHs, TAKXKe
KOMIICHCHDYIOIHE OTPHUIATEIbHBIE 3apsibl yNATEHHBIX B KapKace NEONMTa AIOMHHHMH-
KHCJIOPOMHBIX TETPa’sApoB. OTOT BHIBOJ, IIOMHMO OKCIIEPHMEHTAIRHOrO OOHApYXKEHHS
obpasoBanus 0OMeHHBIX KaTHOHOB Ga(lIl), oCHOBBIBAaETCS Ha JIMTEPATYPHBIX JAHHHIX O IIPUPOIE
IEHTPOB ACTHAPUPOBAHHUS JIETKHX AJIKAHOB B KATATHUTUYECKH POACTBEHHBIX CHCTEMAX — OKCHIAX
rajums, amoMAHUS ¥ Zn-ZSM-5.

HK-cnexkrpockonnyecku o0HapyXXeHa  JIByXIEHTPOBas dbopma  agcopbuuu
MoJIeKylsipHOro aszora Ha mnape katuoHoB Cu(l) B Cu-ZSM-5. C uHCIonb30BaHHEM
MOJIEKYJISPHOIO MOJEIUPOBAHUSA YCTAHOBIEHA MOAEND aICOPOIMOHHBIX KOMILICKCOB MOJIEKYIT
aszota ¢ katuoHamu Cu(l) B Cu-ZSM-5.

HK crexrpockonndecku oOHapykeHa cuiibHas aacopOrust Bojoponaa Ha karuonax Cu(l)
B Cu-ZSM-5 mnpu koMHaTHOH Temmeparype. Ancopbuumss  monexyn Bomopoxa Ha Cu(l)
COIIPOBOXAAETCS UX CHUJIBHOH aKTHBAlMEH NPOABILIIOLICHCA B IOHKEHHH 9acTOTHl KoJeOaHui
6osee uem Ha 1000 cm™.

HK-cnekTpockonnyecku oOHapyxeHo 00pa3oBaHHe aJCOPOIIHOHHBIX KOMIUIEKCOBR a30Ta
u Bojopona ¢ karuoHamu Ni(I) B Ni-ZSM-5 B KOTOpPEIX MEXATOMHBEIC CBS3H B
ancopOUpOBaHHBIX MOJIEKYJIaX CHJIFHO aKTHBHUPOBAaHBL. TakuM 00pa3oM, YCTaHOBJIEHO, YTO
HH3KOBAJICHTHBIE KaTHOHBI IlepeXxofHBIX MeTajtoB Cu i Ni criocoOHBI aKTHBHPOBATE MOJICKYJTBI
BOJIOpPOJIA U a30Ta.

O6Hapy>xeHa HHTEHCUBHAs (POTONIOMHMHECIICHIIUSA BOCCTaHOBJIEHHOTO IeonuTa Ga-ZSM-

5, nenTpamu Kotopoi apmaroTcs karuonst Ga(l).




Ilpu BemonHeHwH paboThl HCIONH30BAaHBI COBPEMEHHBIC 3KCICPHMEHTAIbHBIE U
TeopeTHueckre MeToabl uccnenopanuii: UK cnexrpockonus B 1udy3HO-OTpakeHHOM CBETE U
B TCOMETPUH IPOITYCKAHHS, PEHTTEHOBCKas (HOTOIICKTPOHHAA CIIEKTPOCKONHUA in  situ,
ONTHYECKAs CIEeKTpockonus B Y® o0nacTd, CHEKTPOCKOIUS 3JEKTPOHHOIO IapaMarHHUTHOTO
pe3oHaHca, CHEKTPOCKONHsS (OTOMIOMMHECHCHIUH, aJCOpPOLUOHHBIE METOJBI, METOH
MOJICKYJISIPHOTO MOJEJIHPOBAHUSI € HCHONb30BAHHUEM KBaHTOBO-XMMMYECKUX BBIYHCICHUH.
JIoCcTOBEpHOCTh pPe3yJIBTaTOB PabOTHl OOecneunBajlach KaK HCIOJIL30BAHHUEM COBOKYITHOCTH
NIEPEYHCIIEHHBIX METOJIOB, TaK H UX BOCIIPOU3BOIUMOCTHIO.

OCHOBHBIC TIOJIOXKCHHUSS M BHIBOJBI paboThl OOOCHOBAaHBI INIYOOKMM aHAaIH30M
SKCIEPHUMEHTAIGHBIX ~ pe3yJlbTaToB MW Oonbmoro o0beMa  JIMTEpaTypHBIX  JaHHBIX,
MPUHIUIHATIGHLIX BO3PAXXEHHH HE BBI3BIBAIOT.

OtnaBas [OJDKHOE BBICOKOMY YPOBHIO peleH3UpyeMoil paboThl, clIeIyeT OTMETUTH
HEKOTOPbIE HEIOCTATKH.

B pabote caenansl BRIBOJBI O NIPUPOJE aKTUBHBIX LIEHTPOB B LIMHK-, KaJIMUH- ¥ Talidii-
COJZIEPOKAIIAX IEOJIUTHBIX CHCTEMAX, OHAKO HET MPAKTUYECKUX PEKOMEHJAIHH 10 IOIyYEHHIO
3¢ PEeKTHBHBIX KaTATU3ATOPOB C BEICOKHM COJICP)KAHHEM HMEHHO TaKHX LIEHTPOB.

ITokazaHo, 4TO aKTHBHBIMH IIEHTPaMH JAETHPUPOBAHUS AJIKAHOB B FAJUIHH-COJEPHKAIIUX
Katamuzatopax Ga-ZSM-5 MoryT ABIATBCS OOMEHHBIE KaTHOHBI TPEXBAICHTHOIO IaJUIHs,
OHaKO MX OOpa3zoBaHue 3a(UKCHPOBAHO TOJBKO B YCIOBHSAX CBEPXBBICOKOTO Bakyyma U B
BOCCTAHOBJIEHHO-OKHCJICHHBIX 00pasnax, KOTOphle JAleKH OT YCIOBHH KaTaIMTHYECKHX
peaknuii. [losTOMy BOIIpOC O HPUCYTCTBHM OOMEHHBIX KaTHOHOB TPEXBAJIEHTHOrO TaJUIUS B
YCIOBHSX KaTATMTHYECKOH pPEaKuWH B TramHif-comepxammx neonurax ZSM-5, BeposTHO,
TpeOyeT NalbHEHIIEro N3y YCHHS.

CpaBHEHHE CHCTEM, HOJyYCHHBIX HA OCHOBE LIEOJIMTOB OT PasIMYHBIX IIPOU3BOJIUTEINCH,
TpeOyeT JONOJIHUTENBHOIO H3YYCHHUs JIOKAJIBHOIO pAaclpeleleHds aToMOB &IIOMHHHS B
[EOJIMTaX, IOCKOJBKY HEpAaBHOMEPHOE paclipe/ie/ieHHe allOMHHMS MOXET HAIPsAMYIO BIMATH Ha
COOTHOIIEHHE IIEHTPOB Pa3HbIX THIIOB B 0Opa3uax.

He xBaraeT KOJMYECTBCHHBIX OLICHOK KOHIUEHTpALMH LIEHTPOB pPa3HBIX THIOB H
CONOCTABJIEHHS MOJYYEHHBIX OLEHOK C TEOPETHYECKMM pachpeieleHneM alOMHHHUS B KapKace
L(EOJIMTA B COOTBETCTBHH C €r0 XMMUYECKHM COCTABOM.

OTMeYeHHbIE HEJOCTATKH HE BIUAIOT Ha OOLIYIO BBICOKYIO IIOJIOXKHTENIBHYIO OICHKY
pabotsl Ceprix AWM. B nenom no o6beMy, akTyaIbHOCTH, HAYIHOH HOBA3HE W 000CHOBAHHOCTH
BBIBOJIOB JMcCCEpTanus oTBedaeT Tpebosanusm BAK Mumuncrepersa obpasopanns u Hayku PO

(m. 9 «llonmoxeHHs O TIOPAAKE TIPHCYXKACHHA YYCHBIX CTCNCHEH», YTBEPXKICHHOIO
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[oCTaHoBJIeHHEM IpaBuTenbcTBa PD or 24 centsabps 2013 r. Ne 842), npeabsBiasieMbIM K
JUCCEPTAIHSAM HA COMCKAHUE YEHOH CTENeHH JOKTOpa XHMUYECKHX Hayk, a ee aBTop, Cephix
Anexcanp ViBaHOBHUY, 3aCITy)KHBAET NPHCYXKICHUA EMY YYEHOM CTEIICHH NOKTOPA XMMUYECKHX
Hayk 1o crenuansHocTH 02.00.04 — pu3nyecKust XUMHs.

[To MaTepuanaM AUCCEpPTAlHX OIMyOIMKOBaHO 17 cTaTel B MEXTYyHapOAHBIX M BEXyIIHX
pOCCHICKMX O>KypHAlax. Pe3ymbTaThl HCCIE[OBaHMH anpoOMpOBaHBI Ha MEXIyHapOIHBIX
HAYYHBIX KOHTpeccax U KoH(pepeHuusx. ABTopedepar IUCCEpTallkH U Oy OIMKOBAHHbIE PabOTHI
HOJIHOCTBIO OTPAXKAIOT COJEP)KaHUE B BBIBOJBI JIUCCEPTALIUH.

Juccepranuonnas paboTa 3aciymiana M OOCyXJIeHA Ha 3acellaHud Jlaboparopuu
KUHETHKH W KaTaam3a Kadeaphl XuMHudeckod ¢usuku Xummdeckoro ¢axynsrera MI'Y 10

oktsi6ps 2014 r.

[Ipencenarens KOJUIOKBHYMA,
3aBejryronias JlabopaTopuel KHHETHKH M KaTaln3a
Xummaeckoro dakynsrera MI'Y umenn M.B. JlomoHocoBa, /
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