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Fe-Co-Cu-OKCUJIHI KATAJII3ATOPH B PEAKIII
OKHUCHEHHA CO

B.K. SIluumupcoknii, O.B. Imenko, C.B. I'aiinai

Kuiscokuu nayionanvnuu ynisepcumem imeni Tapaca lllesuenka
8yn. Bonooumupcoxa, 62, 01033, Kuis-33

Busueno gizuxo-ximiuni enacmueocmi i kamanimuyny axmuenicms Fe—Co0—-Cu-oxcuonux
kamanizamopig y peakyii oxucnenns CO. Ilokazano, wo 8UCOKill KamanimuuHit aKmMueHOCmi Yux
mamepianie cnpusie ymeopenns cmpykmypu CuUz(OH)3NOs, noeonanoi 3 cemamumom, ma
nasenicmo na nosepxui OH-epyn. Jlna naubinew akmuenozo 3paska npu 170°C cnocmepizanocs
o00HouacHe 8udinenHs amomapHozo kuctio, monexyn Oz, H,O ma COa.

Physico-chemical properties and catalytic activity of Fe-Co-Cu oxide catalysts have been
studied in reaction of CO oxidation. High catalytic activity of these materials is connected with
formation of Cu,(OH)3NOj3 structure accompanied with hematite and the availability of surface
OH-groups. A simultaneous elimination was observed of atomic oxygen, O, H,O, and CO,
molecules at 170°C over the most active sample.

Beryn

OxpiM MeTaJiyHuX KaTalli3aTopiB, JOCTATHBO BUCOKY aKTHUBHICTh B peakiii okucHeHHs CO
MaroTh IHIWBIAyaJbHI Ta MilllaHi OKCUIU nepexiqHux metaniB [1-6]. 3okpema, B poborax [7-9]
OJIep’)KaHO JlaHi, IO CBigY4aTh TPO TMEPCIEKTUBHICTh BUKOPUCTAHHS JJs 1€l  MeTu
TPUKOMIOHEHTHOI 3a MeTanamu Fe-Co-Cu-okcuanoi cucremu. B miif po6oTi BUBYEHO (hi3UKO-
XIMIYHHX BJIACTUBOCTI Ta KaTaliTuuHy akTuBHICTh Fe-Co-Cu-okcuaHoi cucremMu.

EKCHepI/IMeHTaJILHa qacTuHa

3pa3ku  TOTYBaJUCS PO3YMHECHHSM Yy KOHIIGHTPOBaHii a30THiM kuciori (oc.d.)
PO3paxOBaHHMX KUIbKOCTEH BIAMOBITHMX MeTaniB. Po3umHM cojell BUMapoBYBaluCh Ta
BUcymryBanuck npotsirom 36 roa. mpu 200°C.

KaranitTiuHy akTUBHICTh BHMBYAQJIM Ha YCTAHOBI HPOTOYHOIO TUITy MpPU aTMOC(hEepHOMY
Ttucky. Peakuiiina cymim ckmaganaca i3 20% O, 2% CO, 78% He. Miporo karamituuHOi
AKTHBHOCTI Oy/1a Temmeparypa nosHoro nepersopenns CO B CO, (7).

Jna nocnimkeHHs (i3UKO-XIMIYHUX BJIACTMBOCTEH Oys0 BUKOPUCTAHO: PEHTreHO-(a3oBuUit
aHaji3, MeccOayepiBChbKy CIEKTPOCKOIII0, PEHTICHIBCHKY (OTOENEKTPOHHY CHEKTPOCKOIIIO
(P®EC), wmac-ciektpomeTpito. PeHTreHo-dazoBuii aHajdi3 NPOBOAMBCS HAa aBTOMAaTHYHOMY
mudpakromerpi JAIPOH-4-07 3 Buxopuctanusm ¢inbTpoBaHoro CoK, BHIIPOMiHIOBaHHS.
OOpobka udpakUiiHUX CHEKTPIB BUKOHAHO METOJOM HOBHONPOQUILHOIO aHalizy 3
BukopructanHsaM mporpam [10]. MeccOayepiBcbki CHEKTpH BUBYAIHMCS Ha YCTAHOBII
eIIeKTPOIMHAMIYHOrO THITy 3 uKepenoM > Co B matpumi xpomy mpu 27°C. IsomepHi 3cyBu
BiJIpaxoByBaNuCs BiTHOCHO o-Fe. CriekTpu oOpoOIsIicsS METOI0M HAaWMEHIIUX KBaJApariB Jis
MeccOayepiBcbkoro mepexony 3/2—>1/2. P®E-cnektpu 3HIManM Ha PEHTTECHIBCHKOMY
doroenektponrHomy crekrpomeTpi Series 800 XPS Kratos Analytical 3 anomom AIK, i
o0pobmsncs 3a gonomoroto nporpamu XPS-PEAK-4. Cran noBepxHi OKCHIHHX KaTaji3aTopiB
BHBYABCSI METOJIOM TEPMOJIECOpPOILIii 3 BUKOPUCTAaHHIM Mac-criekromerpa MX 7304 A.

Ximis, gpizuxa ma mexunonoeis nogepxui. 2004. Bun. 10. C.128-131
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Pe3yabTaT Ta IXHE 00rOBOpEHHS

Bbynu mpuroTtoBaHo 3pasku Takoro ckimany (Mac.% B mepepaxyHKy Ha YHCTI METalH):
1) 5,00 Fe, 4,75 Co, 90,25 Cu; 2) 5,00 Fe, 10,00 Co, 85,00 Cu; 3) 5,00 Fe, 15,00 Co, 80,00 Cu.
BuBYeHHS KaTaqiTUYHOT aKTHBHOCTI LIMX TPHUKOMIIOHEHTHHX (32 METajJaMM) OKCUIAHUX CHCTEM
T0KA3aJ10, 10 HANAKTUBHIIMM € MepuIHii 3pasok, 1t sikoro ™0 cranosuts 102°C. Kpim Toro,
Oyno oxepxkaHo Taki 3pasku: 4) 3pa3ok (1) mporpimm npu 300°C B peakuiifHid cymimri rasis;
5) ameraru 3aiza Ta KOOAIBTY 1 T'IPOKCOKapOOHAT MiJli PO3YMHSIIN B BOJI 1 BUCYIIYBAJIH TPH
200°C (BmicT MeTaltiB Bifmosinas 3pasky 1).

3a maHHUMH peHTreHo-(azoBoro anamnizy, 3pa3zok (1) ckimamaerbcs 3 85% Cuz(OH)sNOs
(mapametpu rpatku: @=0,55941, b=0,69195, ¢=0,60871 um, y=94,117°) i 15% CuO (a=0,46850,
b=0,51320, c=0,34230 um, y=99,520°). da3a rigpokconitpaty mizi € ctiiikoro 1o 200°C; mporpis
no 300°C mpu3BOAUTH 10 Maibke MOBHOro 1i 3HUKHEHHs. KapOoHaTtHo-aneTatHuii 3pas3ok (5)
ckinagaerses quine 3 ¢asu CuO (a=0,46907, b=0,51159, ¢=0,34239 um, y=99,626°). 3pazok (2)
Takox MicTuTh pasy CuO. ¥ 3pasky (3) nopsa 3 pazoro CuO BusiBIIeHa HEBEIHMKA KUIBKICTh (a3u
Co0,0:s.

Jani MeccOayepoBchKoi criekTpockormii (Tadu. 1) mokasanu, 1o s 3pas3ka (1) xapakrepHa
IPHUCYTHICTH MalMX 3a PO3MIPOM KJIacTepiB remMatuty 3 mosieM Ha sipi 3amiza (Hin) mpu 27°C,
mo fopisrioe 48,5 T, siki omucyrotbes cramoM Fe**(marm.)-2.

Ta6muus 1. Karamitmana axrusuicts (7°°°) i mami MeccGayepiBChKOi CIIEKTPOCKOIi s
Fe-Co-Cu-okcuaHoi cuctemMu

. 0 00 KommoneHnra ta
3pazok Buict,mac.% T:C ' 2 iiinHocHnit IS QS r Hin
Fe Co Cu BMicT (£5%)

3 -
1 500 475 9025 102 7.6 & (Marw)-2i 040 017 0,70 476

100
3+ .
5 500 1000 8500 131 9.8 Fe (Malré{d)-l, 0,34 0,19 0,43 50,4
Fe**(marm.)-1; 035 021 041 507
3 500 1500 80,00 143 100 — >3
Fe*(marn)-2; 039 019 0,79 488
47
3+ .
Fe (Mag‘g')'l’ 036 021 047 504
4 500 475 9025 160 85 o =
Mg‘; ’ 036 016 088 474
3+ .
5 500 475 90,25 147 333 "¢ (“alig“gam')' 029 074 050 -

IS — i3omepHuil 3cyB BigHOCHO o-F€; QS — KBaapymoidpHUI 3CYB B CIEKTpax C MarHiTHUM
po3LICIUIEHHSIM ~ a00  KBaJpYMOJIbHE pO3LICIUIEHHS B CHEKTpax C IapaMarHiTHUMU
komnoHeHTamu; [ - mupuna minii (20,03 mm/c); His- mose Ha siapi 3amiza (0,5 Ta).

Cnektp 3paska (3) ckinamaeTbcs 3 HaOOpY JIiHINH HAATOHKOI CTPYKTYpH BiJ MarHiTHHUX
knactepiB a-Fe;O3 - crany Fed* (marm.)-1 i Fe3+( MarH.)-2, sKi pi3HAThCs 3a BenuuruHamMu Hip.
30utbmieHHs KoHueHTpanii CO mpu3BOAUTH 70 MOSIBH KJIACTEPIB JBOX KOMIOHEHTIB. [y 3pa3zka
(5) 3maiineHo nwWIIe CUTHAN, SKMA MOYKHA BIJHECTH [0 CyleplapaMarHiTHUX KJIacTepiB
reMatuTy. 3rifHO JaHMX MeccOayepiBCbKOi CHEKTPOCKOIi, MOXKHa 3pOOMTH BHUCHOBOK, IO
3pa3ok (1) ckinagaerbes 3 kinactepiB giamerpom 20-25 HM.
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Hani POEC noxka3zanu, 10 B MOBEPXHEBOMY IIapi Karaii3aTopiB MeTanu mnepeOyBaioTh B
¢dopmi oxcuaiB Fe;03, Co304 Ta CUuO, mpuuoMy CIIBBITHOLICHHS METAJIB 3aJIUIIAE€THCS TAKUM
ke, K 1 B 00’emi 3paska. Y BigmoBimHocti 3 [11], y moBepxHeBOMy miapi BCiX 3pa3KiB
CIIOCTEPIraeTbcsi KHUCEHb B TPhOX (opmax (Tabm. 2). KUCEHb KPHUCTAJIIYHOI TIpaTKu
(Ess 1812 =529,6-531,0 eB), ancopooBanuii (E,; 1512 =531,0-532,0 ¢B) i B ckiiafi riipoOKCUIBHOT
rpymnu (EgB 15y, =532,0-533,5 GB).

VY nosepxHeBomy miapi 3pa3ka (1) kuchro € Ha 20 Mon. % Ounblie, HDK B IHIINX, IPHYOMY
JUISL IILOTO 3pa3Ka CIOCTEpIraeThcsi HaOuIbIna KiUTbKicTh (70 Mo, %) KUCHIO B TiAPOKCHIIBHIN
¢dopmi. Jlume B 1poMy 3pa3Ky y MOBEpXHeBOMY miapi BusiBieHO a3oT (3,1 mon.%) y crawi,
xapaktepHomy i rpynu NOs™ (Esp 1812 =407,0 eB).

Taoauns 2. Jlani POEC nns Fe-Co-Cu-okcuanoi cuctemu (eHepris, eB).

O 1s;5, (BMicT, Mo. %)

Fe* Co®*  cu*

3pazok I'patka azicopboBaHui B OH-rpymnax 3p32 2p32 2p32
1 530,0 (10,7) 531,1 (19,3) 532,4 (70,0) 55,6 781,0 9347

2 530,0 (61.6) 531,6 (32,8) 532,9 ( 5,6) 55,6 781,0 934,6

4 530,0 (49,7) 531,6 (39,9) 532,8 (10,4) 55,5 781,0 934,6

5 530,0 (55,6) 531,1 (35,7) 532,8 ( 8,7) 55,5 781,0 9345

—O0
i ---HO

LBigH.ox. 2

T T T T T T T
0 100 200 300 400 500

Puc. TepmoaecopOiiitnuii ciektp 3paska Fe = 5 mac.%, Cu = 90,25 mac. %,
Co = 4,75 mac.%.

3a nmaHuUMH TepMoJecopOIlil, A HaWOUIbIn akTHBHOTO 3paska (1) cmocrepiraerbes
OJIHOYACHA MPHUCYTHICTH Aecopbuiinux mikiB CO,, H2O, O, 1 atomMapHOro KUCHIO B 00JacTi
170°C 3 enepriero necop6Omii 125 x/lx/monp (puc.), 1O € BaXJIMBUM Ui BHUSBICHHS
KaTaJTiTUYHOT aKTHBHOCTI.
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BucHoBknu

Bucoxiii xatanituuniii aktuBHOCTI Fe—CO—CU-OKCHIHMX KaTani3aTopiB CIPHsIE€ YTBOPCHHS
ctpykrypu  Cuz(OH)3NOs;, moemnanoi 3  rematurom. HaiOumeln — akTUBHI  3pa3KH
XapaKTepU3yIOTbCd BHCOKMM BMIicTOM TnoBepxHeBUX OH-Tpyn, mo € copusTiuBuUM 7S
YTBOPEHHS AaKTUBHUX MLEHTpiB peakuii okucHeHHs CO. HeoOxigHOIO YMOBOIO BHCOKOi
KaTaJliTAYHOT aKTUBHOCTI € MPaKTHYHO OJHAKOBA EHEPrisi AecopOllii aTOMapHOro KHUCHIO Ta
mounekyn HyO, Oz 1 CO,.
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