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B 1 C H MK Kuiscbkoro HauioHanbHOro yHisepcurety imeHi Tapaca LleBueHka

3aBepLUEHHS npoLecy po3knagy npekypcopy i hopmMyBaH-
HS OKCUAHOT ha3n MoXe NPUBOAWMTU [0 YaCTKOBOro Crii-
KaHHs1 akTMBHOIO NOBEPXHEBOrO LWapy katanisatopa i, Bia-
MOBIAHO [0 3MEHLLUEHHSA aKTUBHOCTI. Pi3Ha akTUBHICTb
10 % Mn-BmicHMX KaTanizaTopiB MOXe TaKoX 3yMOBIIOBa-
TMCA POPMYBaHHAM Pi3HMX 3a CKNagoM akTMBHMX (a3 (Ok-
CVAIB MaHraHy), L0 YTBOPKKTBLCS Nig Yac TePMiYHOro pos-
Knagy npekypcopy, yHacnigok BigMiHHOCTeN y B3aeMoAil
NOBEPXHi HOCITB 3 KpucTanitamm aktueHoi dasn. Bigomo,
wo ob'emHuIn anokena maHraHy MnOg, sikuid yTBOPHETBLCS
BHacnigok posknagy Mn(NOs),, B xoai nopgansLlioro npo-
XaptoBaHHs Buwe 580-620 °C yacTkoBo BTPAYa€ KUCEHD i
nepexoanTb y Mn2Os. Y BMNagKky HaHeceHux KaTtanisaTopis
Temnepatypu nepetsopeHHs MnO,; — Mn;O3 3rigHo 3 ga-
HuMm OTA gewo Hkdi 4 ctaHoBnATb Big 510 oo 620 °c.

BucHoBku. [MpoBegeHe [OCMiOXeHHS Moka3ano, Lo
MaHraHOBMICHI HaHECEHI CUCTEMUN BUSIBMSAIOTb JOCUTb BUCOKY
aKTMBHICTb y GaraToumKknoBoMy pexumi pobotu. Bussne-
HO, LIO HamBuwia akTumBHicTb cuctemn 10 %Mn-ZSM-5
3yMOBMeHa TemnepaTypHUMyn ocobnmBocTsIMUM (hOpMyBaH-
HS KpUCTaniTiB akTUBHOIT dhasu.
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SiC SIK HOCIA A1 OKCUAHUX Cu-Co-Fe KATAJI3ATOPIB PEAKLIII OKUCHEHHSA CO

Bue4eHo kamanimu4Hy akmueHicmb i nogepxHeei eflacmueocmi HaHeceHuUX Ha Kapb6io kpemHiro Cu-Co-Fe okcudHux kamarni-
3amopie peakuii okucHeHHs1 CO. YcmaHosesieHo, wjo e 3pa3ky 3 10 % mac. akmueHoi ¢ha3u cnocmepizaembcsi MaKkcuMasibHa Ka-
manimu4yHa akmueHicmb. TepmoOecop6bUuiliHi docnidxeHHs1 Noka3asnu, w0 NideUWeHHsI Kamaaimu4yHoi aKmueHocmi Kopesnre 3i

36inbWeHHsIM KinbKocmi HU3bkomemnepamypHoi as-gpopmu CO,.

The catalytic activity and surface properties of supported on silicon carbide Cu-Co-Fe oxide catalysts in the reaction of CO
oxidation is studied. It is determined, that for the sample with 10 % mass of active phase maximum catalytic activity is observed.
Thermodesorption investigations have been shown, that increase of catalytic activity correlates with increasiny of quantity of the

low-temperature a,-form of CO; .

Bctyn. KaranitmyHe okucHeHHs CO — ue €eKOmoriyHo
BaXIMBa peakLjs, SKa MOXe LUMPOKO BMKOPUCTOBYBATUCS B
NPOMWCIIOBOCTI ANS1 OYMLLEHHS Ta3iB Big AOMILOK. Takox
BOHa € 3PYYHOIO AN BUPILUEHHS Pi3HWX TEOPETUYHUX MU-
TaHb, 30KpEMa BCTAHOBMEHHS! 3aranbHUX 3aKOHOMipHOCTEN
npouecia rmMboKoro OKUCHEHHs1 B ra3oBi ¢asi 3a y4yacTio
MOSEKYNAPHOro K1cHi. MNoLuyk HociiB Ans kaTtanisaTtopis, AKi
6 He 3MeHLUyBanu akTMBHICTb 06'€EMHMX 3paskiB, € akTyarnb-
HUM nuTaHHaM. Kapbig KpemHilo, AsiKyloun BUCOKI TBEPAO-
CTi, XiMiYHI CTIMKOCTi Ta 3HOCOCTIMKOCTI LUMPOKO BUKOPUCTO-
BYIOTb Y TEXHILi HaniBNPOBIAHWUKIB, AN BUrOTOBMEHHS Harpi-
BaYiB BMCOKOTEMMEPATYPHMX €NEKTPONneYen onopy, a Takox
ONS BUrOTOBMEHHS Pi3HUX AeTanemn XiMiYHUX i meTanyprini-
HUX NpUNagiB, SKi NPaLUoTb Y BaXKKMX YMOBaX BUCOKMX Te-
mnepatyp [1]. UikaBum 6yno sunpobysBatu MOro Ak HOCin
Ans katanisaTtopis peakuii okucHeHHs CO.

PaHiwe [4; 5] BuByanuca Cu-Co-Fe okcupgHi kaTtanisa-
TOpW, SKi MOKa3anu BUCOKY aKTMBHICTb. TOMY METOK AaHoi
poboTn 6yno AocnigXeHHs HaHeceHUx Ha kapbig KpemHito
Cu-Co-Fe okcnaHux katanizatopiB peakuii okmcHeHHs CO.

O6'ekT 1 meTOoAM AoCHigXKeHHA. 3pasku roTysanu
HacTYyNnHUM 4mHOM. 3ajaHy KinbkicTb meTanis (mac.%):
Cu-90,25; Co-4,75; Fe-5,00 po3umHANM B a30THIA KUCMOTI
(oc. 4.). OTpMMaHMM po34nMHOM NpocoYvyBanu kapbig Kpem-

Hil0 3 MoganblUMM BUMApOBYBaHHAM,  BUCYLLYBaHHSM Mpo-
Tarom 8 rog npw Temnepatypi 120 °C Ta hOpMyBaHHAM
KaTanizatopa B peakuinHomy cepegouii. KinbkicTe aktu-
BHOT macu amiHtoBanu Big 1 o 20 mac.%.

KaTtaniTmyHy akTMBHICTb 3paskiB y peakuii OKMCHEHHS
MOHOOKCMAY BYrMeL MOMEKYNSAPHUM KMCHEM BUMIpHOBanu
Ha YCTaHOBLi NPOTOYHOrO TUMY NP aTMOCKEPHOMY TUCKY
3 xpomaTorpadiyHuM aHanisaom peakuinHoi cymiwi. Peak-
uinHa cymiw cknaganacs 3 20 % O, 2 % CO T1a 78 % He.
Mipoto kaTaniTnyHoi aKTMBHOCTI 6yna Temnepartypa 100 %-
ro nepetBopeHHs CO B CO; (t )

lMMTOMY NOBEPXHIO BMBYaNu 3a HU3bKOTEMNepaTypHOIO
apcopOuieto aproHy.

CraH noBepxHi kaTanisaTtopis AOCMifXyBanu TepMoae-
copbUiiHUM MEeTOAOM i3 Mac-CNeKTPOMETPUYHOK PEeECT-
pauieto YacTUHOK, o AecopbytoTees. [licna npoBeaeHHs
KaTaniTM4HOro eKCcrnepuMeHTy 3HimManu Tepmogecopbuin-
Hui (TO) cnekTp.

PeHTreHodasoBuin aHania npoBogunuM Ha aBToOMaTuy-
HOMY AOudpakTOMeTpi 3 BUKOPUCTAHHAM (inNbTpoBaHOro
CoKq BunpomiHioBaHHSA. OudppakuiiiHi cnektpu obpobnsanm
METOAOM MOBHOMPOINMbLHOIO aHamnisy 3 BMKOPUCTaHHAM
opuriHanbHOro NakeTy NpUKNagHuUX Nporpam.

Pe3ynbTaTtn Ta ix o6roBopeHHsA. [ina katanisaTtopis,
LLIO OTPMMaHi HAHECEHHSIM aKTMBHOI MacK Ha kapbig kpewm-
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Hil0 crocTepiranacb TUNOBA 3amneXHiCTb CTyNeHs NepeTBo-
peHHst CO B CO; Big Temnepatypu, ANs SIKMX criocTepira-
€TbCA ricTepe3nc NpOTU FOOUHHMKOBOT CTpPinkn. HasBHiCcTb
rictepeavncy Ans AOCHiMKEHNX 3pasKiB NOSICHIOETLCA nepe-
6irom peakuii okMcHeHHss CO 3a reTteporeHHO-roMOreHHUM
mMexaHiamom [6]. lMpu niaBuULEHHI TemnepaTypu BioOyBa-
€TbCS nepexig BiA HWU3bKOAKTUBHOTO Y BWCOKOAKTUBHWNA
CTaH, SKUA CYNpPOBOXYETLCS BMXOOOM peakuii OKMCIEHHS
CO B 06'eM. H13bkoakTMBHMI CTaH BignoBigae YNCTo rete-
poreHHomy nepebiry npouecy. MoxnueicTb nepebiry peak-
uii B 06'eMi razoBoi a3y MoXHa NOSICHUTW HAsIBHICTIO Ha
noBepxHi cnabko xemocopboBaHVWX parMeHTiB, SKi
y CBOEMY Cknagi MatoTb BoAeHb [6]. Lli pagukanu i € iniuia-
Topamu nepebiry peakuii okmcHeHHss CO B o6'emi razoBoi
asn 3a NaHUroBNUM MexaHiaMoM.

Ha puc. 1 HaBegeHo xapaktepHui T[ cnekTp Ans umx
3paskiB. [Ins Bcix gaHux 3paskiB crioctepiraetbcs nik H.O
CMMeTpUYHOi opmu 3 Makcumymom (Tp,) oo 200 °C. Lle
NiATBEPAXYE MexaHi3M NosiBU ricTepe3ncy Ha 3anexHoCTi
CTyNeHs NepeTBOPEHHS Bid Temnepatypw [6].

3HayeHHsa NUTOMKX NOBEPXOHb ANSA LMX 3pas3kiB CTaHO-
BNATb 6113bko 3 M2T.

[nsa katanisaTopiB 3 KifbKICTIO akTMBHOT (ha3un BinbLuoto
Hk 5 % Mac. cnocrtepiraeTbcsi Mik MOHOMOIEKYNSAPHOrO
kucHio 3 Ty = 670° C. AHamoriuHuit nik crnocTepirascs
i ana macueHoro CuO [4; 5]. Y poboTtax [5; 6] 6yno noka-
3aHo, Wo CO xemocopbyeTbCcs Ha NOBEPXHI OKCUAHUX Ka-
TanisatopiB y 4oTMpbox dopmax. [insa BUBYEHWX Y HaLLii
poboTi 3paskiB Ha T[-cnekTpax 3HangeHO acUMEeTPUYHI
nikn CO,. Le cBiguntb Npo monekynapHy aecopbuito CO»
3 NOBEPXHi 3paskiB. 3a TemnepaTtypaMmy MakCUMyMiB MikiB
MOXHa BUAINUTK Taki popmu:

as-popma = Ey = 150-210 kx/monb, (T, = 200-300 0C)

os-chopma = Eg > 210 kx/monb, (Tm > 300 °C)

Onsa as-bopmu CO, cnocTepiraeTbCsi HU3bKO- Ta BUCO-
KoTemnepaTtypHi Mikn. MOpiBHAHHA BIQHOCHUX KinbKocTewn
HM3bKO Ta BMCOKO TemnepaTypHux as-popm CO, Ans BuBYe-
HMX 3paskKiB Mokasarno, WO KiNbKiCTb HU3bKOTEMMNEPaTYPHOT
0a3-OOpPMU KOPEE 3 KaTamniTUYHOK aKTUBHICTIO. Temne-
patypu 100 % nepeTBOpeHHs ANnsi BUBYEHUX 3pas3kiB Ginb-
Wi, HixX Ana ob'eMHux. Ockinbkn Ha 06'emHux Cu-Co-Fe
OKCMAHUX KaTanisaTopax, Ha BigMiHY Bif HaHeCeHuX Ha
kap0big kpemHito, CO, agcopbyeTbesa B ao-hpopMi, Ska Mae
MeHLLY eHeprito akTusauii gecopbuii [4; 5 1.

I, BigH. oA.
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Puc. 1. T cnektp H;0, O, Ta CO, 3 noBepxHi Ans 3pa3ka 3
HaHeceHuMu 10 % mac. akTUBHOI pa3u Ha Kap6iai KpeMHito,
ae: 1-H;0; 2-CO0,; 3-0;

Ta6nuys 1. Temnepatypu 100 %-ro nepetsopeHHs (t "’), nuTomi noBepxHi (Snum) | TeMNepaTypu MakcumMymis
pecopbuinHux nikis CO; (T, CO.) ana Cu-Co-Fe okcuaHux katanisaTopiB, HaHeCeHMX Ha Kapbia KpeMmHito

KinbkicTb HaHecsHo'l' Sy MAIF £1% oc Tm CO,
aKT. macu, mac.% . a3 a4
5 2,1 80 % nepeTs. - 292 487
10 2,4 210 300 516, 705, 793
15 3.1 210 290 578, 688
20 4.5 200 300 —

MoxkHa npunycTuti, Wo os-doopma (E~150—200 kk/Morb)
BignoBiaae Ginbl MiUHO 3B'AI3aHIN KapOoOHATHIA CTPYKTYPI,
O peani3yeTbCsl 3a paxyHOK ABOTOYKOBOI agcopbuii, sika
yTBOpOETLCA Npu B3aemogaii CO 3 xemocopboBaHUM Kuc-
HEeM Ta CyCiAHIM aTOMOM KUCHIO r'paTku. a4-chopma cno-
cTepiraetbca Ha T[-cnekTpax pasoMm 3 asz-(hopmolo 3a
BMCOKMX TemnepaTtyp i, Ha Hawy AyMKYy, He Gepe y4yacTi
B KaTaniTuyHomy npoueci. MoxnumBo, us gopma xemoco-
p6oBaHoro CO, yTBOptoeTbcA npu B3aemogii CO 3 kuc-
HEM rpaTKy 3 YTBOPEHHSIM BiHOCHO AELL0 MILHIWOoro Ka-
pGokcMnaTHOro KOMMmeKkcy, B IKOMy aTtom KapboHy koop-
OVMHOBaHWI 0 KUCHIO I'paTKu.

Mpu nopiBHaHHI T cnekTpiB 3pa3kiB 3 HaHeceHUmu
5, 10, 15 ta 20 mac.% akTmBHOi pasn Ha kapbigi KpemHio
Ta MacuBHoro CuQO cnocTepiraetbcsl BignoBigHicTb T
Aecopbuii CO2 3 NoBEpXHi.

PeHTreHopasoBun aHanis nokasas, IO MNP HaHECEHHI
Cu-Co-Fe okcmnaHoi cuctemmn Ha SiC Ha noBepxHi yTBOpHO-
eTbcsa hasa CuO, B akin atomm Cu 4acTKOBO 3aMilleHi Ha
Co T1a Fe. s dasza € ocHoBOl O51s1 aKkTUBHUX LEHTPIB, Ha
akmx CO, xemocopbyeTbes B a3-hopmi.

BucHoBku. [Insa o6'emHnx Cu-Co-Fe okcuanux katanisa-
TopiB Byno nokasaHo [5; 6], WO Ans BUCOKOI KaTaniTu4HOl
aKTUBHOCTI HeobxigHa npucyTHiCTb da3n Cux(OH)NOs, aky

He Oyno 3HangeHo Ans BMBYEHMX 3paskiB. 3 LUuM rnos's3a-
He 3HWXEHHS KaTamniTU4HOI aKTMBHOCTI HAHECEHNX Ha Kap-
6ia KpemHilo 3paskiB nopiBHAHO 3 macuBHuMu Cu-Co-Fe
OKCUAHUMWM KaTanizatopamu.

Takum ynHoMm, BMBYeHHs Cu-Co-Fe cuctemu, HaHece-
Hoi Ha SiC, nokasano, Lo Ha NoBEepXHi YTBOPIOETLCA dasa
CuO, B skin atomm Cu yacTtkoBo 3amilleHi Ha Co Ta Fe. Lle
npvBoauTb Ao Toro, wo CO, agcopOytouncb Ha MOBEPXHI
KaTanizatopa yTBOPIOE MilHille 3B'A3aHi KOMMNMeKcW, AKi
AecopbytoTbes 3a Binbly BUCOKMX TemnepaTyp, Wo W npu-
BOAMTb [0 NOHWKEHHS KaTaniTMYHOT akTUBHOCTI.
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