KPATKASA AHHOTAIUA PABOTbI

«MexaHu3Mbl AKTHBaAallMU ME€TaHa HAa MEIbCOACPRKAINUX HECOJTUTAX)»

T'abpuenxko Anmon Anexceesuy

Beseoenue

MeraH sBiII€TCS NEUIEBBIM U JOCTYIIHBIM XUMHMUYECKUM ChIpbeM. MHTEpeC K pauuoOHaIBHOMY
UCTOJB30BAHUIO METaHa, TO €CTh €ro nepepaboTka B IIEHHBIE XUMHYECKHE MPOJYKTHI, BBI3BAH
NEePCHEKTUBOW MCTOILEHHsI 3alacoB JIETKO W3BJIEKAaeMbIX M IepepabaThiBaeMbIX HepTe u
HaJIMYUEM OIPOMHBIX (HO HEHUCHOJb3YEMBIX B XHMMHMUYECKOH IPOMBIIIJIEHHOCTH) 3aracoB
pupoaHoro MeraHa. Kak ciexnctBue, akTMBalMsg M IpEBpallleHUEe MeTaHa B 0ojee IEHHbIE
XMMHMYECKHE BEILIECTBA, TAKME KaK METaHOJ, YKCYCHAasl KUCJIOTa WM apOMaTHYECKHE COCIUHEHUS,
SIBJIIETCSL OJTHOM U3 BaXKHBIX MTPOOJIEM KaTaIUTHUYECKOM HayKI/I.l'2

Menbconepxaluye LEeoJUThl IPUBIEKAOT BHUMAHUE UCCIIEN0BATENIEH, TaK KaK JaHHBIM THII
KAaTaJIUTUYECKUX CHCTEM IIOTEHLIMAIbHO MOXET BOCIPOU3BECTH CTPOEHHE U PEAKLMOHHYIO
CMOCOOHOCTh AKTHUBHBIX IIEHTPOB TPUPOAHBIX (EPMEHTOB, COJIEP)KAIIUX MEIHBIE KIIACTEPHI,
CrOCOGHBIE OKHCIATh METAH B METAHOJ C BHICOKON CENEKTHBHOCTBO.® JIaHHBIIi (bakT OTKpbIBaeT
LIMPOKHE BO3MOXHOCTHU JUIsl PAallMOHAIIBHOM MepepadOTKU METaHa, TaK Kak 00pa30BaHKME METaHOJIa
U3 MeTaHa — 3TO MyTh JUIsl COBMECTHOM apoMaTH3allMM MeTaHa ¢ 00jiee BBICOKOMOJIEKYIISIPHBIMU
ankanam.”

K nacrosmemy MomeHTy OblIM pa3paOOTaHbl Kak rOMOTEHHBIE,” ' TaK H reTeporeHHLIe8
KaTaln3aTtopsl Ha ocHOBe Meau. OiHaKo OblII0 0OHAPYXKEHO, YTO B KAKIOM U3 CIIy4aeB aKTUBHBIMU
B peakIMM MpPEeBpalLIeHUs MeTaHa SBJISETCS JMIIb HeOousbasg yacTh Cu-lIeHTPOB KaTaln3aToOpOB.
CaoiictBa Cu-1IeHTpPOB, MO-BUAMMOMY, CBA3aHbI C UX COCTaBOM U CTpoeHHeM. Tak, K mpumepy,
BONPOC O CTPOCHMM aKTUBHBIX CU-IIEHTPOB (EPMEHTOB OCTAETCS HEBBIICHEHHBIM JI0 CHX IIOD.
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Hpez[nonar aCTCs, 4YTO AKTUBHBIMH SABJIAIOTCS hi17 (1o} AUMCPHBIC TCHTPBI MCIU,
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1100 EHTPBHI,
cozepIKalre TpH aToMa Men.

HccnenoBanue MeIbCOAEPKALIMX — LEOJUTOB  MPOJAEMOHCTPHPOBAJIO, YTO  BO3MOKHO
oOpa3oBaHHe pa3HBIX MO cBoeMy cocTtaBy u crpoeHuto Cu-nientpoB. C HUCMOIB30BaHUEM
CTIEKTPOCKOITMYECKUX METOJIOB OBUIM OOHAapyXeHbl W uIeHTH(UIMpoBaHb Takue TUMBI Cu-
IIEHTPOB, Kak JUMEpPhl COCTaBa [Cu—O-Cu]** wm 6nc-[Cu—;,L—(O)2—Cu]2+, U30JIMPOBAHHBIE
karronsl Cu®* u Cu’, okcuHbIe kiacreprl coctaBa CuO u Cuy0O, nenodeynsie CprKTprI.lz'16
JletanbHOE M3y4YEHHE MEIbCOIEPKAIUX 1I€0JIMTOB MMOKAa3aj10, YTO KaTaJu3aTopbl, IPUTOTOBIECHHBIE
Pa3IUYHBIMHM CIIOCOOAMHU, MOTYT COZEpKaTh pa3indHble TUIbl Cu-IEHTPOB U JI€MOHCTPHUPOBATH
pa3Hyl0 AaKTMBHOCTh B TaKUX peaKnusX, Kak pazjaoxkenue NO, BoccraHoBienue NO
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YII€BOJOPOAaMHU.



HecmoTtps Ha Gosblioe KOJTMYECTBO JAaHHBIX, MMOJYYSHHBIX ISl MEIbCOIEPKAIIUX [IEOTUTOB,
0 CHX TMOp HE IMPOBEIEHO KOMIUIEKCHOE CHCTEMAaTHMYeCKOE HCCIIEIOBaHUE CBOMICTB U
3¢ GEKTUBHOCTH (aKTUBHOCTH) pa3nU4HbIX Cu-IIEHTPOB MPUMEHUTENIHHO K PEAaKUUU aKTUBAMU U
MIpEeBpALICHHUs] METaHAa B METAHOJI MM apOMaTHYECKHE YIIeBOJOPOAbl. bbuld MpeAnpuHATH JIHIIb
MepBble IIard Ha MYTH K BBISICHEHUIO POJM KOHKPETHBIX Cu-IEHTPOB, BXOSIIUX B COCTaB
Me/IbCOICPIKAIINX LICOTHTOB, B AKTUBALIMA U IIPEBPAIIeHHs MeTana B Metanon.” 2% Oxnako yixe
HAa HayaJlbHOM OJTale WCCIEIOBAaHUM BBIIBUTAIOTCS PA3JIMYHBIE THUIIOTE3bl OTHOCHUTEIHHO
akTUBHOCTH Tex wiu uHbBIX Cu-neHtpoB. K mnpumepy, BbICKa3bIBaeTCs IPEINOJIOKECHHUE,
OCHOBBIBAIOIIEECS HA TOJTYYEHHBIX CIIEKTPOCKONWYECKUX JAHHBIX U PE3yJIbTATOB KAaTATMTUYECKUX
YKCIIEPHMEHTOB, YTO AKTHBHBIMH SIBJISIFOTCS. OKCH/IHBIC KIACTEpbI, COASPKALIIE TPH aToMa Me. >
ABTOpBI JIPYroro HCCIeNIOBaHUS OOHAPYXKWIIM, YTO AKTHBHBIMH B PEAKIMK OKHCICHHUS MeETaHa
SIBJISIFOTCS TUMEPHBIE LIEHTPbI [Cu—O—Cu]ZJ’.21

Takum oOpa3om, mpeiaraeMblii MPOEKT, 3aJaueil KOTOPOro SBJISETCS CHCTEMaTHUYECKOe
M3ydeHne CBOWUCTB U 3(PPEeKTHBHOCTH (aKTUBHOCTH) pazauuHbIX CUu-IIEHTPOB MEIbCOCPIKALINX
I[EOJIMTOB B OTHOIICHWH pEaKIUM AaKTUBAIlMM M TMPEBpallleHuss MeTaHa, MpeACTaBIseTCs
Ype3BbIYAITHO aKTYaIbHBIM U MHTEPECHBIM KaK C HAYYHOMW, TaK U C MPAKTHYECKOW TOYKHU 3PEHUSI.

Lenv pabomui

JlanHbIf TPOEKT HampaBleH Ha BbISICHEHHME MeXaHHW3Ma aKTHBAl[Md MeTaHa Ha
MEIbCOIEPKAIINX [IEOJIMTHBIX KaTaIN3aTopax C IENbI0 YCTAaHOBJICHUS ITyTEH ero MpeBpalieHus B
OoJiee IIeHHbIE XUMUYECKHE TIPOTYKTHI.

OcHnognbie 3a0auu

B paMkax @maHHOTO TpOEKTa TMPEAIOJIaraeTCsl YCTaHOBIIEHME MEXaHW3MOB aKTHUBAIlUM W
MpeBpaleHUs] METaHa Ha MEAbCOAEPKAIIUX BBICOKO-KPEMHE3EMUCTBIX IeonuTax Tuma ZSM-5,
COJZIepKALIMX Ppa3IMyYHble 1O CTPOSHHIO M COCTaBy LEHTpbl Meau. llpeamonaraercst CUHTE3
IIEOJINTOB, OOTAMAIOMMX pa3TuuHbIME  Cu-IIEHTpaMH (M30JMPOBAaHHEIE KaTHOHBI Cu’, Cu?,
MOCTUKOBBIE IIGHTPbl, HAaHOpPa3MEpHbIE€ OKCHJIHBIE KJacTepbl M T.J.) M YCTaHOBJIEHHE HX
3G GEKTUBHOCTH B OTHOIICHUH 00pa30BaHMsI TOBEPXHOCTHBIX HHTEPMEIUATOB PA3IMIHON TPUPOIBI
(METOKCHIOB WM METaJI-aJIKUJIOB), CIIOCOOHBIX OOpa30BbIBaTh XMMHUYECKH IOJIE€3HbIE MPOIYKTHI
(MeTaHOI, YKCYCHAas KUCJI0Ta, apOMaTUYECKHE YTII€BOA0POIbI).

IIpeononazaemvle n00xo0vl K pewieHuio 3a0ay (3mansl UCCIe008AHUIL)

MeTozbl CHHTE3a LIEOTHUTOB, COACPIKAIIMX MEIb B PAasiMYHBIX COCTOSHHSX, M3BECTHBL' ™
[Ipennonaraercss UCMONB30BATh JAaHHBIE METOJABI B HACTOAIIEM IPOEKTE JJIS CHHTE3a IICOJIUTOB,
CoIepKalIMX Menb B PpasnUYHbIX cocTOsHUAX (Cu-IeHTpBI): H30JIMPOBAHHBIE KaTHOHBI,
MoctukoBble CTpYKTyphl Tuna Cu—O-Cu, nenouku tuna —Cu—O-Cu—O-, okcuaHBIE KIacTephI
pasmuanoi koHpurypamun (Cuy0O;, Cu3O3) u T.1. KoHTpOaks cocTaBa u cTpoeHHs moaydaembrx Cu-

IIEHTPOB OyAET OCYIIECTBIATHCS MeTojgaMu crekTpockonuu OIIP u onTudeckoil CeKTpOCKOMHHI



(YO®-Bun.). Takum o0pa3om, Ha TEpBOM JTame MPEANoiaraeTcs OCYIIECTBUTh CHHTE3
HEOOXOAUMBIX 00pa3l0B MEAbCOAEPIKALIMX LIEOJUTOB, UMEIOIIMX B cBoeM coctaBe CU-LIEHTpHI
Pa3JIMYHOMN CTPYKTYpHI U COCTaBA.

Ha BTOpOM 3Tame npearnosaraercsi UCIoJIb30BaHUE MeToza cnekTpockonuu SIMP Beicokoro
paspemenuss B TBepaoM tene (MAS SIMP). Bo3moxxHOoCTH MeToma OyayT HMCIOJIB30BaHbI IS
NPOBEJICHUST BBICOKOTEMIIEPATYPHBIX IN SitU MccinenoBanuii CBOMCTB pa3ziauyHbiX Cu-IIGHTPOB M
OpEHCTEAOBCKUX KUCIOTHBIX IEHTPOB OTHOCUTEIBHO X CIIOCOOHOCTU aKTUBUPOBATh MeTaH. byzaer
MPOBOJIUTHCS MOHHTOPUHI IOBEPXHOCTHBIX HHTEPMEIHATOB, OOpa3ymIIUXCS W3 METaHa, NpU
B3aUMOJIEHCTBUM C pa3nuuHbiMu Cu-leHTpamu, ¥ OyAeT HM3y4deHa peaklUOHHAs CIOCOOHOCTH
OOHapy>KCHHbIX HHTEPMEIMATOB IO OTHOLIEHHIO K pa3IMYHbIM MoJjeKynaM-peareHTaM. Kaxk
CIIE/ICTBHE, WCIOJBb30BAHWE YKA3aHHBIX IIOAXOJOB IO3BOJHUT HCCIENOBaTh CBOWCTBA W
3¢ GEeKTUBHOCTh (AKTUBHOCTh) pa3iinyHbIX Cu-LIEHTPOB B peaklMM AKTUBALMU U IPEBpPAICHUS
METaHa Ha MejabcojepKaux Ieonurax. KoHkpeTHo, OyJeT yCTaHOBJIEHA MpHUpOJa U CTPOCHUE
MIPOMEKYTOUHBIX COCIMHEHH, OOpasymomuxcs U3 MeraHa mpu ero akruBauuu Ha Cu-
MOJUGUIMPOBAHHBIX 1IEOJIUTAX, CoAepkKaluX pasnnyHble Cu-LeHTphl, OyAyT BBIABICHBI IIYTH MX
B3aMMOIIPEBPAICHU Ha IMOBEPXHOCTH W YCTAaHOBJICHA HMX POJb B MEXAaHHW3ME aKTHUBAIMUA M
MpeBpaIeHIsI METaHa.

Hmerowuiics nayunwiii 3a0e; sKCnepumMenmaibHoe 060pyo0osaHue

Jns  BBIIOMHEHUsS J@HHOrO MNpoekTta B MHCTUTYTE KaTaiu3a HMEETCA CleAYyrouee
AKCIIEPUMEHTAIBHOE O0O0PY/ZOBaHME: BaKyyMHash YCTaHOBKA ISl aKTHBAIMK OOPAa3IOB IEOJIHMTOB
(ocratounoe nasnenne 5x10 > Topp) ¢ mocaenyrouei ancopOurei ra3000pasHbIx peareHTos; SMP
criektpomerp Bruker Avance-400, ocHalleHHBIH JaTYMKaMH JUIsS perdcTpanu crektpoB MAS
SAMP ¢ BO3MOXHOCTBIO HarpeBa oOpasloB HEMOCPEJACTBEHHO BHYTPH CHIEKTpoMeTpa. B Hammume
UMEIOTCS BCE€ HEOOXOJIMMBIE peareHThl NIl CHUHTE3a OOpas3loB LIEOJIUTOB U mpoBeneHus AMP
HKCHEPUMEHTOB.
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