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KATANTITUYHI CACTEMU HA OCHOBI BATATOKOMIMOHEHTHUX OKCUAIB
3d —METAJ1IB TA BYITIELLEBUX HAHOTPYBOK AJ1A1 PEAKLII OKUCHEHHSA CO
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Byno B1BYeHO kaTaniTU4HY aKTUBHICTb Ta CTaH NOBEPXHEBOTO LUAPY HikeneBux Ta KobanbToBUX ByrneLe-
BMX HaHOTPYOOK 3 HAHECEHO aKTMBHOI Macotk - okenaHot Cu-Co-Fe cuctemoro. 3pasok, Wo cknagaeTb-
Cs1 3 HikeneBux HaHOTPY6ok Ta 20 % Mac. akTMBHOI KaTaniTM4Hoi Macu nosHicTio nepetBoptoe CO y CO;
npu 47°C. Moka3aaHo, Lo 3 noBepxHi ManoakTueHux 3paskis H2O i CO, necopbyoTbes nNpu pisHMx Temnepa-
Typax, a 3 NoBepXHi BUCOKOAKTMBHMX 3pas3KiB Mpy O4HAKOBUX Temrepartypax. AHanoriYHuii pesynbtaT cro-
cTepiraBca paHiwe i anga aktmHoro Cu-Co-Fe macuHoro katanizatopa. BigMiTMmMo Takox, wWwo npu niaBu-
LLIeHHi KaTaniTMYHOT akTUBHOCTI 30iNbLUYeETbCA KinbKiCTb a2-popmu COo.

CuHTe3 aIoTpOITHUX Moaudikaliil Byriemio: GyuiepeHiB Ta HAHOTPYOOK, BIIKPHB HOBI MepCITeK-
TUBHM PO3BUTKY XiMii Ta (i3WKu Byrelio. BukopucranHs HaHOTPYOOK, SK HOCIIB, BU3HAYAETHCS X
XIMIYHOIO CTIMKICTIO Ta PO3BMHEHOIO MoBepxHero. KaramizaTopu MoXKHA OTpUMATH MpPU 3alOBHEHHI
BHYTPIIIIHIX IMOPOKHUH HAHOTPYOOK Ta MpH iX JEKOPYBaHHI, 30KpeMa, Oe3IocepeIHbh0 MPH CHHTE31
camMuXx HaHOTPYOOK [1,2]. PoGoTH, 1110 1OB’s13aHi 3 BUKOPUCTAHHSIM HAHOTPYOOK, SIK OCHOBH JIJIsl KaTa-
Ji3aTOpiB, MOKAa3ylOTh NMEPCIEKTUBHICTh JAHOTO HANPSIMKY 3 peali3alielo YHIKalbHUX BIACTHBOCTEH
HAHOCHCTEM.

Mertoro maHOi poOOTH € AOCTIIKEHHS HaHeceHWX Ha Byrienesi HaHOTpyOku Cu-Co-Fe oxcumaumx
KaTaJi3aTopiB eKOJIOTriuyHO BaxnBoi peakuii okucHeHHs CO. [lana peakiist € TakoXX OJHUM 3 Haid-
OLITBII BUBUEHHX TIPOIECIB Y TETEPOr€HHOMY KaTalli3i, 1 TOMY € 3pYYHOIO ISl MOJIEITIOBAaHHS PEeaKIii
rIOOKOTO OKUCHEHHS y Ta30Bii (pa3i 3a y9acTio MOJIEKYJISIPHOTO KACHIO [3].

Byrieuesi HanoTpyOKu miameTpoM 20-30 HM, JOBKHHOIO 10 JIEKIIBKOX MIKpOH OYJI CHHTE30BaHi
HA HIKeJIEBOMY Ta K0GanbToBOMY KaTamizaropax mpu 520°C mpoTSrom 6 rOIMH y CEpemOBHILI, IO
ckiananocs 3 98% CO, 1% CHy ta 1% H, [4]. OTpuMaHi HAaHOTPYOKHM BiAMHBAJIHCS PO3YNHOM a30-
THOI KHUCJIOTH 1 BUCylIyBasucs. Panime Hamu Oyio mokasaHo [5, 6], o cMHTe30BaHui B Hamlii nabo-
patopii Cu-Co-Fe okcumnmii karamizatop ckiany (mac.%): Cu-90,25; Co-4,75; Fe- 5,00 (dpazoBuit
ckaan: 85% Cuy(OH);NO; u 15% CuQO) € BUCOKOAKTUBHUM KaTamizatopoM peakiii okucHeHHst CO.
Otpumani HaHOTpYOKH mpocodyBasin Cu-Co-Fe HITpaTHUM PO3YMHOM i3 3a3HAYCHHM CITiBBITHOIICH-
HsIM MeTaniB. KibKicTh akTHBHOT MacH 3MiHIOBanu Bix 10 1o 25 mac.%

KaraniTuyHa akTUBHICTB 3pa3KiB y peakiii OKHCHEHHS! MOHOOKCHY BYTJICLIO MOJICKYJISIPHUM KHC-
HEM BUMIpIOBajJach Ha YCTAHOBIII IPOTOYHOTO THITY IPU aTMOCHEPHOMY THCKY 3 XpoMmaTorpadidHiuM
aHaJIi30M peakiiiHol cyMimn. Peakmiiina cymim cknaganacs 3 20% O,, 2% CO ta 78% He. Miporo
KaTaTiTHIHOT aKTHBHOCTI Gya Temmepatypa 100%-ro nepersopenns CO B CO, (t'%).

CraH NOBEpXHi KaTajJi3aTopiB BUBYABCS TEPMOAECOPOLIHUM METOJOM 3 Mac-CIIEKTPOMETPUIHOIO
peecTpanielo YacTWHOK, IO BiIITaroTh. [licis MpoBeNeHHsS KaTaliTHYHOTO EKCIEPUMEHTY 3pa3Ku
NEepEeHOCHITNCS y KBAapIlIeBY KIOBETY 1 Bipa3y * 3HiMaBcs Tepmonecopouiitauii (T/]) cektp.

KaramiTnyHa akTHBHICT BCiX BUBUEHHX 3pa3KiB HaBEACHA B TaOJHIII.

XapakTtepHa 3anexHicTh cTyneHs neperoperaas CO B CO, Bixg TemrepaTypd HaBeleHa Ha puc. 1.
Sk BUIHO 3 JaHUWX, IO MPEICTAaBIIeHI Ha IIbOMY PUCYHKY, Ha Iil 3aJIe)KHOCTI CIIOCTEPITaeThes TicTe-
pesuc.

HaifakTHBHITIIM BUSBHBCS 3pa3oK, SKUH CKIATAETHCS 3 HIKEJIIEBUX BYTJICIIEBIX HAHOTPYOOK(TOOTO
BYIJICIIEBUX HAHOTPYOOK, CHHTE30BaHMX Ha HiKelIeBOMY Karaiizaropi) Ta 20 mac.% KaTamiTU4HO aK-
tusHOi (asu (t'*=47°C). Cepen K06aTHTOBHX ByINELEBUX HAHOTPYGOK HAifOLIbIIY AKTHBHICTD TOKA-
3aB 3pa3oK, AKuil MicTuTh 15 Mac.% axTuHOI dasu (t'°°=95°C). Panime B Hammx po6oTax [3, 6] 6y0
MMOKAa3aHo, 110 HasBHICTH B 3pa3kax ¢azu Cuy(OH);NO; cipusie pocTy iX KaTaliTHIHOT aKTUBHOCTI. L1
basa, oxHak, icuye g0 Temmepatypu 180°C, Bume sixoi moBHicTio meperBoproethes y CuO.
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Tabémuus. Cxiiag KaTani3aTopiB Ta iX KaTaliTHYHA aKTHBHICT (tloo)
KonneHnTtpariis kKaTamiTHIHO KoHrneHTpariis kaTajmiTHYHO aKTUBHOT
AKTUBHOI Macu Ha Hikee- {100 0 MacHl Ha KOOaIbTOBUX BYTJIEIIEBHUX {100 0
BHX BYTJICIIEBUX HAHOTPYO- ’ HaHOTpyOKax, % mac. ’
Kax, % mac.
10 215 10 98
15 174 15 95
20 47 20 120
25 182 25 180
X% CO 3 ycix 3paskiB Oynu 3usTH TJ] criekt-
FE pu. Ha TJ| cmekrpax crocrepiramucs
100+ e warpisarm Ak niku H,O ta CO..
—A— oxonomkens / Hecopouiiini niku H,O manu cumer-
80+ A//"‘ puuHuit Burasaa. Lle Bkaszye Ha Te, 0 Ha
/ /* MMOBEPXHI ITUX 3pa3KiB iCHYIOTh (yparMeH-
601 A /* TH Boau - OH-rpymu, 3 sIKuX mpu aecop-
40, A‘/‘ a Ouii yTBOprOETHCE Moiekyna H,O. 3.2.1'
| S /*/ 3HAYEHHSIMH TeMIepaTypu  JecopOrii
20 A// MOKHa BHIUIMTH Taki dopmu: Bi- 10
alH 100°C,  B,-100-200°C,  PBs-200-300°C
ol a A'/f‘j/*/l . N (puc.2-5). JInst ManoakTHBHUX 3pa3KiB Ha
40 80 120 160 200 T'C TJ] cmextpax 3adikcoBaHi TiTbKH  [3i-

Puc.1. KaramitTiyHa akTUBHICT 3pa3Ka, IO CKJIATAETHCS 3
HiKEeJICBUX BYTJIEIIEBUX HaHOTPYOok Ta 10 mac.% akTuBHOL

KaTaJITHIHOI MAacCH.

dhopmu Bomu (puc.2,4). JIns BUCOKOAKTH-
BHUX 3pa3kiB Ha ¢oHi [3;-dhopmu 3apeec-
TpoBaHi [3,- Ta P;3-popmu Bomm (puc.3,5).

[Tixu CO, Ha T/I-criekTpax acuMeTpH-
YHi, [0 CBIMYHUTH MPO MOJEKYJSPHY Je-

copO1iro 3 MOBepxHi. 3a TeMIepaTypaMi MaKCUMYMIiB JIeCOOLIHHUX MiKiB MOKHA BHUIIIJIUTH TakKi dop-
mu CO;: o4-10 llOOC, ocz—llO—ZOOOC, a3—200—3000C, oy-suie 300°C. Jls MaJoakTUBHUX 3pa3KiB

(puc.2,4) 3adikcoBani o;-, O3-,
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Puc. 2. TepmomecopOiiHMIA CTIEKTp 3pa3Ka, MO CKIa-
MAE€THCS 3 HIKENEBUX BYTJICIICBHX HAHOTPYOOK Ta

10 mac.% akTUBHOI KaTaITUYHOI MacH:
1- Hzo, 2— COz, 3- 02.
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oy-popmu CO,. [l BUCOKOAKTHBHUX KaTaiizaTopiB (puc.3,5) Ha
¢doni 1ux Gopm CO, 3apeecTpoBana o,-popma CO,.
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Puc. 3.TepmomecopOuiiHUil crieKTp 3paska, Mo CKJIa-
JAETBCS 3 HIKEJICBHX BYIJICLIEBUX HAaHOTPYOOK Ta 20
Mac.% aKTUBHOI KaTaJiTHYHOI Macu:

1- H20, 2— COz, 3- 02.
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Puc. 4. TepmonmecopOuiiiHmii cmekTp 3paska, mo Puc. 5. TepmogecopOmiiHui CIeKTp 3pa3ka, Mo CKia-
CKJIAJIA€ThCS 3 KOOABTOBHX BYTJICHEBIMX HAHOTPYOOK Ma€Thcs 3 KOOATBTOBMX BYTJICLEBUX HAHOTPYOOK Ta
Ta 20 Mac.% aKTUBHOI KaTAJTITHYHOI MaCH: 15 mac.% akTHBHOI KaTaliTHYHOI MacH:

1-H20; 2*C02; 3*02. 1-H20; Z*COZ; 3 702.

Tpeba BigMiTHUTH, O 3 TOBepxHI MajoakTuBHUX 3paskiB HyO i CO, mecopOyroThesi mpu pi3HUX
temneparypax (puc.2,4). Jnsa BucokoakTuBHuX 3paskiB (puc.3,5) H,O ta CO, mecopOyroTbcsi npu
OJIHAKOBHX TeMIIepaTypax. AHaJIOTiuHA KapTHHA crocTepiranach i amsa akTuBHOTO Cu-Co-Fe macus-
HOTO KaTajizaropa [5,6]. BimMiTUMO TakoX, 110 TPH MiJBUINECHHI KaTaTITHYHOI aKTUBHOCTI 3 MOBEPX-
Hi JlecopOyeThCs OLTbINa KUTBKICTE o,-hopmu CO,.

Jlitepartypa

1. Marjolein L. Toebes, Jos A. van Dilen, Krijn P. de Jong. Synthesis of supported palladium
catalysts // Jornal of Molecular Catalysis A: Chemical.- 2001.- V.173.- P.75-98

2. PakoB D.I'. Xumust 1 npuMeHEHHE YTIIIEpOIHBIX HaHOTOPYOOK // Yemexu xumuu. — 2001.- T.70,
Nel0.- C. 934-971

3. T'oauapyk B.B., Kamanor I'.JI., Kosryn I'.O., Amumupckuit B.K Karamns. MexaHu3mMbl ToMo-
TEHHOTO U T€TEPOreHHOr0 Karaiu3a, KiactepHbie moaxonasl / Kues “HaykoBa mymka”.- 2002.-
540c.

4. Hectepenko A.M., Konecuuk H.®., AxmaroB 10.C., Cyxomnun B.W., [Ipunyukuit O.B. Oco-
OeHHOCTH (ha30BOTO COCTaBa U CTPYKTYPHI POayKToB B3aumoeicteus NiO u Fe,O3 ¢ okuchio
yraepona // U3Bectust AH CCCP.- Metamner.-1982.-Ne3.-C.12-17

5. SAmumupckuit B.K., Makcumos 10.B., Cy3nanes WN.I1., Mmenko E.B., 3axapenko H.B., ["aiinait
C.B. ®usnko-xuMu4ecKkre CBOMCTBA M KaTaIMTHYECKas akTUBHOCTh OkcuaHbIX Fe-Co-Cu kata-
nu3aropoB B peakuun okucienus CO // Teoperudeckas u dkcrepuMeHTanbHas Xxumus.- 2003.-
T.39, Ne3.-C.185-189

6. Sunmupcekuii B.K., Imenko O.B., TNaitnait C.B. Fe-Co-Cu okcuHi KaTani3aTopu B peakxilii OKu-
caennst CO // Ximist, ¢izuka Ta TexHonoris nosepxHi. — 2004. — Bun.10. - C.128-131

Hocmynuna 6 peoakyuro 23 uronsa 2005 a.

Kharkov University Bulletin. 2005. N2669. Chemical Series. Issue 13(36). Yatsimirsky V.K.,
Ischenko E.V., Gayday S.V., Kongurova 1.V. Catalytic systems based on multicomponent oxides of 3d-
metals and carbon nanotubes for CO oxidation.

Catalytic activity and state of surface layer of nickel and cobalt carbon nanotubes with supported oxide Cu-Co-
Fe system were investigated. The sample, which consists of nickel nanotubes and 20wt% mas. of active cata-
lytic mass, completely converts CO into CO, at 47°C. H,O and CO, are shown to be desorbed from the surface
of low activity at different temperatures and from the surface of high activity at the same temperatures. A similar
result was observed for the earlier investigated active Cu-Co-Fe massive catalyst. Also the increase of catalytic
activity correlates with the amount of the a- form of CO,
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