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AKTUBHOCTb Ag-COAEPXAIUX HEOJIMTHBIX KATAJIU3ATOPOB

B PEAKIIMN OKMCJIEHUA CO

W ccnenoBaHa KaTanUTHYECKas aKTHBHOCTD B PEaKIIMK OKUCIEHHs MOHOoKcuaa yriepoaa 10 % AQ-eoTUTHEIX CHCTEM,
chopMUpOBaHHBIX NPH BHICOKUX TemnepaTypax (7 gq,y A0 700 °C). YcTaHOBJIEHO, YTO NOTOJHHUTENbHAS BOCCTA-
HOBHTeJIbHasi oO0paboTka 00pa3noB mpuBoaAMT K moBbimenuio aktuBHoctu 10 % Ag-NaX, 10% Ag-NaA,
10 % Ag-NazZSM-5 (37), 10% Ag-NazZSM-5 (47), 10% Ag-NaM. Iloka3aHO, YTO AKTHBHOCTh I[COJIUTHBIX
CHCTEM B 3HAYUTEINBHOM CTEIEHW OIpeIeNsieTcsl KOJINYEeCTBOM aKTHBHBIX IIEHTPOB — KjactepoB AQ M BEICO-
KOJIMCIIEPCHBIX YaCTHI METaJlJIM4eckoro cepedpa, KoTopble oOpasyloTcs mpu (GpOpMHPOBAHHM KaTalH3aTOPOB

U B XOJ€ KaTaJUTHYECKOH peakIuu.

B Hacrosiiee BpeMsi B KATATUTUYECKOM OKHCIIE-
Huu CO mIMpOKO HCCIENyIOTCS HAHECEHHBIE METallI-
coxepxamiue (Ag, Au, Pt, Pd, 3d-meramisr) u okcu-
Hble (C030,4, CeO,, CuO, MNOy) cucTeMbl Ha OCHO-
BE KEPaMHUKH, [[EOJUTOB M OKCHUAHBIX HOCHTENEH —
Al,0Og3, TiOy, ZrO, [1—3]. IToBbIIICHHOE BHUMaHUE
uccreoBaTenell yuensiercss HaHECCHHBIM KaTaju3a-
TOpaM Ha OCHOBE cepedpa B CBA3U C MX CTaOUIBHOM
AKTUBHOCTBIO B OKHCIHTENbHBIX mpoiieccax [4—06]. C
JIPYTO# CTOPOHBI, B KAYSCTBE HOCUTENICH /ISl IOy ICHUS
HAHECEHHBIX KATaJIM3aTOPOB MEPCHEKTUBHO HCIOJb-
30BaHKE IICOJIUTOB, TAK KaK MX Pa3BUTast CTPYKTypa
MOeET 00YCIOBIMBATH OTPENEICHHOE PaCIpeCICHHE
AKTUBHBIX KOMIIOHCHTOB, MOBBIIICHUE UX COJEPIKa-
HUSI B TIOBEPXHOCTHOM CIIO€ KaTaJlM3aTOPOB U, COOT-
BETCTBEHHO, yBEIMYEHHE aKTUBHOCTH. BhICOKasi TepMU-
YecKasi CTAOMIIbHOCTD 1IEOJIUTOB MOYKET 00ECIIeYnTh yC-
TOWYHBYIO AKTHBHOCTh HAHECEHHBIX CHCTEM, MOJIy4eH-
HBIX Ha UX OCHOBeE, B dacrHocTH, B okuciennu CO.

B nannoii paboTe uccnenoBaHa NpUpoOga aKTHB-
HBIX EHTPOB A(J-COACPIKAIIUX HAHECCHHBIX CHCTEM
HA OCHOBE I[COJUTOB U BIMSHHUE BHICOKOTEMIIEPATY-
pHOTO (POPMHUPOBAHKS KATAIU3aTOPOB HA MX AKTHB-
HOCTh B PEaKIMU OKHCICHUS MOHOOKCHA yriiepo/a.

B kauectBe HOcuTenel MCIOIB30BAU IE€OJIUTHI
NaA, NaxX, NaM, NazSM-5 (SiOz/A|203= 37, 47,
69), Na,K-ERI. Hanecennsie Ag-coaepxainue kara-
IU3aTOPHI ¢ cojepkanueM meramia 10 % mac. roro-
BUJIM METO/IOM MPOMUTKH TPEABAPUTENHLHO IPAHYIIH-
poanHbIx HeonuTos (0.5—1 mm) pactBopom AgNOs.
Karanuszatopsl npensaputensbHo GOPMHUPOBAIH TPH
TepMoo6paboTke 06pasnoB Ha Bosmyxe mo 700 °C.

KaTanutiueckyto aKTHBHOCTh 00Pa3IoB B peak-
UK OKUCICHUS MOHOOKCHIA Yrjiepoja H3ydaid B
peakunoHHO# rasoBoii cmecn (1% CO + 20% O, +
+ 79 % He) B nporounom peakrope. CocraB peak-
[MOHHOM CMeCH aHaJIM3UpOBaIH Xpomarorpaduue-
CKH C HUCIOJB30BAaHHEM JCTEKTOPa IO TEIUIOIPOBO/I-
Hoctu. T'aser (O, CO, CO,) pasiensnu Ha KOJIOHKE,

3an0JIHEHHOW akTuBUpoBaHHBIM yriieM CKT c nHane-
cennbM NiSO,4 Cxopocts razoBoro notoka — 0.1 1/muH,
HaBecka obpasia — 0.25T. Mepoll KaTaJMTHIeCKOi aK-
TUBHOCTH CIY)KHJIa TEMIlepaTypa MPaKTUIECKH IIOJTHO-
ro npespauieHis MoHookcunma yriepona (71g9-

HepuBatorpadudeckoe HCCICAOBAHHE METAJIICO-
JepKaluX KaTaJlu3aTOPOB MPOBOIMIN HA JCPHBATO-
rpade [Naymuk- laynmuk—Ipneii. TemmepaTypy redu yBe-
JIMYMBAIIU C JIMHEHHOM CKOpOoCThIo Harpesa 2.5 °C/mun
B untepBane 25—700 °C. Jlns kpuBoii MOTEpH Macchl
mKaina Beioupanacs B mpenenax 100—200 mr. Hasecka
00pasIoB HaHeceHHBIX KaTanmuzatopoB — 0.5T.

@a30BBIi cOCTAB 00PA3IOB H3yYaal HA PEHTTEHO-
BckoM nudppakromerpe XRD-6000 (Shimadju) mpu
TaKUX YCIOBHAX 3amucH: m3nydenne CuK,, Hampsxe-
nue 40.0 kB, tok 30.0 MA, HHTEpBaJI CKAHUPOBAHHS
10—60°, ckopocts ckarmpoBanus 4.00°/MuH.

TepMoIporpaMMHPOBaHHOE BOCCTAHOBIICHHE BO-
nopoaom (TIIB-H,) HaHeceHHBIX KaTaJU3aTOPOB OCY-
MIECTBJISITIN XpOMATOrpauueckuM METOJOM B TIPO-
TOYHOW YCTaHOBKE IPU aTMOC(EPHOM JIABICHUU MPH
UCIONB30BaHUM Ta30Boil cmecu cocraBa 10 % H, +
+90 % Ar nipu nuHeiiHol ckopoctn Harpesa 10 °C/muH.

DJIEeKTPOHHBIE CHEKTPH AU(P(HY3HOTO OTPASKCHUS
(BCO0) Ag-conmeprKalux EOTUTHBIX CHCTEM PEru-
crpupoBain Ha crnekrpomerpe UV VIS Specord M-
40 B o6macrn 200—850 HM.

[Mpensapurensroe ¢dopmuporanue 10 % Ag-co-
JeprKaIlnX HAHECCHHBIX KaTaJH3aTOPOB Ha OCHOBE Iie-
ouTOB B MHTepBaje Temmeparyp 20—700°C (T bopm
= 700 °C), npoBenenHoe Ha Bo3ayxe B ycinosusx JITA-
HCCIIEJOBAHUS, TIOKA3aJI0, YTO Pa3I0XKeHHUe MPeKypco-
pa (AgNOg3) Ha LEONUTHBIX HOCHTEISX NPOHCXOIUT
B Pa3HBIX TEMIIEPATYpPHBIX MHTEpBAJaxX M UMEET HEo-
JIMHAKOBBIH XapaxTep.

Tepmonmu3z AgGNOsg, HaHECEHHOTO Ha IIEOJIUTHI
NaA u NaX, npoucxoauT COBMECTHO C BBIICTICHUEM
BOJEI B MHTepBaje TemnepaTyp 50—350 °C, o uem
CBUICTENBCTBYET HAJUYHE B JEPHBATOTPAMMax IO
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OJTHOMY HEpa3lIelIeHHOMY JHAOTEPMUYECCKOMY d(-
¢exry Ha KpuBHIX JJTA ¥ COOTBETCTBYIONINX UM YIITH-
PEHHBIX CO CTOPOHBI HU3KHX TEMIIEPATYP MUHUMY-
moB Ha kpuBbix JTT mpu 230 u 210 °C (taba. 1).
IIponecc npespamenuss AgNOg3 B ciyuae katanu-
3atopoB Ag-NaX u Ag-NaA 3asepmaercs npu 330
1 355°C COOTBETCTBEHHO, a MOTEPS MACCHI JUIS HUX
OpH TeMIlepaType 3aBepLICHHs Hpolecca pasiioikKe-
HHs Tipekypcopa cocraBisier 73.5mr (14.7 %) u 70 mr
(14 %), uTO 3HAYNTENHHO NPEBBIIIAET TEOPETUUESCKU PaC-
cuntaHHyo BennduHy DM (25 mr) mpu pasnokeHuu
HaHeceHHoro AQN O3 1o Merammnmueckoro cepedpa.

Jlns katanusatopos 10 % Ag-NaZSM-5 (SO
Al,O5 = 37, 47, 69) pas3noxeHne HAHECEHHOTO HHTpa-
Ta cepedpa MPOXOINUT B HECKOJBKO ITAIOB — Bbljie-
neHne GU3NIECKH COPOMPOBAHHON BOIBI B HHTEPBA-

Taonwmma 1

Jlannbie Tepmugeckoro anaamsa 10 % Ag-ueosutnbix cucrem (HaBecka 0.5r)

T =200, 270, 300 °C s 10 % Ag-NazZSM -5 (69)
u T5=200, 310, 510 °C ams 10% Ag-NazSM-5
(37)). IloTepst Macchl, COOTBETCTBYIOIIAS [TOJHOMY pa3-
noxennto HaneceHHoro AgN Oz u, no-BumMoMy, yac-
THYHOW permnapatamuu katanmzatopoB 10 % Ag—
NazZSM-5 (47), 10% AgNazSM-5(69) u 10 % Ag-
NaZSM-5(37) B unteppasne TemnepaTyp 45—340 °C
cocraiisier 43, 46 u 53 mr. Ha nmosepxHOCTH 00pa3ioB
Ag-NaK-ERI, AgNazSM-5(37) u Ag-NaM mnocro-
STHCTBO MacCCBHI IOCTHTAETCS IIPH 00Jiee BEICOKOH TemIre-
parype. B nnreppane 400—700 °C s otHX 06pasios
Ha kpuBbix T Habmomaercs 3nauutenphas (11.5—
25 Mr) moTepst Macchl 3a CYET BBIACICHUS IIEOTHTHON
CTpYKTYPHO-CBSI3aHHOU Bozbl. B ciiydae xaTanu3atopos
10 % AgNaK-ERI, 10 % Ag-NaZz-SM-5 (37) u 10%
Ag-NaM B otnuume ot npyrux oOpasnoB B oOiactu
BBICOKHX Temmepatyp (okoso 500 °C) na
kpuBbIX JTI OpUCYTCTBYIOT 3KCTpeMy-
MbI ipu 480, 510 u 500 °C cootsercraen-

. HO. 3adukcupoBaHHas 00mas MOTEPS
ATE TewnepatypHbiit Maccel Ha KpuBbIX TI' mis umcciemoBaH-

10% Agrieo- | Tmax Tepmo- HHTEpBal Dm, Kp Al a
ur o dextsi bopMipoBanHs wr (%) HBIX 10 % AQ-comepiKamux IIEONUTHBIX
katanmsatopa, °C cucreM B uHTepBase Temmnepatyp 20—700
C cocrasier 70.5—89 mr. CoracHo Jan-
Ag-NaXx 230 1 su10 50-125 14 (2.8) HeiM JITA, o cpaBHEHMIO C TeopeTHhde-
50-355 73.5(14.7) CKHW PacCYMTaHHOM MOTepeit Macchl, n30bI-
50-500 78 (15.6) tounble BemurHbl DM s 10 % Ag-e-
Ag-NaA 210 15u10 50-125 11(22)  onuTHBIX cucTeM OOYCIOBIIEHBI HAIH-
50-330 70 (14) YHeM OMPEICTICHHOr0 KOJWdecTBa (pusu-
50-700 89(17-8)  yeckn copbuposanmoit (T=50—150 °C) u
Ag-NaZSM-5 100 15110; 45-125 1428) o vrypHO-CBIRAHHOI HIEOMHTHOM BO,
(47) ggg 29K30 1205:;28 24 (54(3 KOTOpa;}I BeLIEesercs Boire 250—300 °C.
340-700 20 (4) Pasublii xapakTep pasloKeHHUS HUTpATa
Ag-NaZSM-5 110 1 5m10° 45-125 7 (1.4) cepeOpa Ha Pa3IMYHBIX IICOJUTHBIX HOCH-
(69) 200; 270; 300 3 9K30 125-330 39(7.g)  TCWIX H HAIMME PASHOIO KONMCCTEA (u-
340: 410 330700 20 (4) 3UYECKU-COPOUPOBAHHOM M CTPYKTYPHO-
Ag-Na, K— 130 2 5H10 45-300 37 (7.4) CBSI3aHHOM IICOJIUTHOM BOJZIBI MOYET 00yc-
ERI 480 300-400 2(0.4) JIOBIIMBATh pa3HbIE YCIOBUS (HOPMHUPOBa-
400-700 19(3.8) HUs (as3bl aKTUBHOTO KOMIIOHEHTa, YTO
Ag-NaZzsSM-5 110-160 1 su70; 20-330 53 (10.6) B CBOIO OYepelb MOKET OIPENEITh (haso-
(37 200; 310; 510 3 5x30 330-500 5(1)  Bwlif cocras, pasMepbl YaCTHIL, UX JIOKAIH-
500-700 6.5(1.3) 3aII1I0, IPUBOJIUTH K ONPENEIICHHOMY pac-
Ag-NaM 160 1 sHpo0; 20-350 45 (9) TIPE/IEJIECHHUIO YACTHI] AKTHBHOTO KOMITIOHEH-
3155200 3 9K30 350-700 25(5) Ta U, COOTBEICTBEHHO, BJIMATH HA KATAJIU-

THYCCKYIO aKTHBHOCTD.

ne temmepatyp 50—125°C (T, =100—110 °C)
U CTyNeHYaTOe pa3jioKeHHe HUTpaTa cepedpa ¢ Bblje-
nenrem NO, 1 kucnopoja, CONpoBOXKaOLIeecs Jajlb-
HeHIMM B3auMojelicTBueM obOpasoBaBmierocs Ag c
KHCIOPOJ/IOM BO3/IyXa, O YeM CBHJETEIbCTBYET HAJIH-

yue sK30TepMuueckux 3pdekToB Ha KpuBbix JTA
(Tmax: 220, 280°C nna 10 % Ag-NazZSM-5 (47),
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IIpu wuccrnenoBaHWM KaTaJIuTHYEC-
KOW aKTHBHOCTH YCTAHOBIICHO, YTO HAHECCHHBIE I€0-
nutHble 10 % Ag-cucrembl, peaBapUTETBLHO CHOPMHU-
poBaHHEle B HHTepBame Temmepatyp 20—700 °C,
UMEIOT BBICOKYIO AKTHBHOCTh B PEAKIIMH OKHCICHUS
CO — Ha Bcex 00pasiax JIOCTUraercs IMOJIHOE TpeBpa-
meare CO B | u |l nuknax karanusa (tadm. 2). [pu
9TOM 3a(HKCHPOBAHA 3HAUHTEIbHAS 3aBHCHMOCTh aK-
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THBHOCTH OT HPHUPOJABI HOCHUTEIS — i Hambojee
(AgNaX) u nanmenee (Ag—NaM ) akTUBHBIX B OKH-
cieann CO KaTramu3aTOpoOB pas3HUIA B TeMIIEpaTy-
pax nosnoro npespamenus CO (DT1qy) cocranser
79°C B | uuxae u 9 °C Bo |l mukne karanmmsa. Uc-
MBITAHHE KATAIU3aTOPOB B MHOTOIUKIUYECKOM pPe-
KUMe pabOThl MOKA3aj0 YCTONYHUBYIO AKTHBHOCTb
st Ag-cucrem Ha ocHoBe neonutoB NaA, Na, K—
ERI, NaM, NaX u NaZSM -5 (37) (ta6u. 2). Hau-
OONBIIYI0O aKTUBHOCTH CPEON HCCICIOBAaHHBIX AgQ-
eouTHBIX cucreM (T d)OpM:ZO—?OO °C) umeer 06-
pazen Ag-NaxX.

AKTUBHOCTBH HaHeceHHBbIX 10 % Ag-coaepxkamiux
cucteM B mepBoM nukie okucienus CO ymeHblIa-
erca B pagy: Ag-NaX » Ag-NaA > Ag-NaZSM-5
(47) > Ag-NazZSM-5 (69) » Ag-Na, K-ERI > Ag-
NazSM-5 (37) > Ag-NaM.

Bo BrOopoM mumkie kaTanmsa psg aKTHBHOCTH He-
ckonmbko m3MeHeH: Ag-NaX » Ag-NaA > Ag-Na, K—
ERI > Ag—NaZSM -5 (47) > Ag-NazZSM -5 (37) >
Ag-NazZSM-5 (69) > AgNaM, Ho mpu 3TOM, Kak |
B IIEPBOM IIMKJIC KaTayiu3a, HauboJiee aKTHBHBIMH Ka-
tamu3atopamu sBisitoress Ag-NaX u Ag-NaA, a van-
MeHee aktuBeH Ag-NaM.

[Mpuunna paszauuuns B akTuBHOCTH Ag-coepxa-
IINX [EOJUTHBIX KaTaIH3aTOPOB MOXKET 00YCIIOBIH-
BaThCs pas3HUIEH B (a30BOM COCTaBe, B pacmpenc-
JICHUW AKTHUBHBIX IIGHTPOB M WX KOJHUYECTBE B IIO-
BEPXHOCTHOM CIIO€ KaTalll3aTopa.

[Mpu usyuenuu (Ha30BOr0 COCTABa HAHECEHHBIX
AQ-IICOTUTHBIX KATAJIU3aTOPOB METOJOM PEHTTEHO-
(a30BOT0 aHANIN3a YCTAHOBICHO, YTO B TUPpPaKTOTpaM-
max 10 % Ag-ueonutusix ob6pasnos (puc. 1, a,0)
MPUCYTCTBYIOT pediekcsl IBYyX (a3 — Ag0 (20=
=38.1°, 2q=44.3°, 20=60.0°) u Ag,O (29=32.8°, 2=
=381° 20=50.4°), B ormune ot cucrem Ag/AlO,,

Tabnuma 2

Karamurideckas aktuBHOCTE (710, °C) Ag-Cogepsammx
LICOJIMTHBIX CHCTeM B peakuuu okuciaenus CO

— 0 .
T yopm=700 °C, O, g d)ovM"ZOO € Oy
10 % Ag-eoaut 500 °C, H,
| wukn | I wukon | | ouka | 1 ouks
Ag-NaX 246 221 178 166
Ag-NaA 247 224 192 189
Ag-Na, K—ERI 279 235 192 189

Ag-NazsM-5(47) 269 269 242 236
Ag-NazZSM-5(37) 285 279 223 217
Ag-NazsM-5(69) 278 303 295 305
Ag-NaM 325 320 306 312

I, oTH.EX

IIIZI J[;l i l1-II:I 50 28"
Puc. 1. Iudpaxrorpammsr 10 % AQ-eoTUTHBIX KaTaaH3a-
TopoB. a: 1 — 10 % Ag—ZSM -5 (69); 2 — 10 % Ag—ZSM -5
(37); 3— 10%AgZSM-5(47); 6: 4 — 10% AgNaM; 5 —
10% AgNa, K-ERI; 6 — 10 % Ag-NaA; 7— 10 % Ag-NaX.

JUIsL KOTOPBIX coriacHo [7, 8] peduekchl KpucTaiu-
uecknx (a3 Ag,O n AgQ” HAaUMHAKOT NPOSBIATECA IPH
conepxanuu cepedpa Boime 15—20 % mac. Hanuuune
daser Ag,0O Bo Beex uccnenoanubix 10 % Ag-neo-
JUTHBIX CHCTEMax IIOATBEPXKACHO TaKXKEe METOIOM
TIIB-H, — B cnekTpax 3aQUKCHPOBAHBI MaKCHMY-
MBI TIOTJIOMICHUSI BOAOPOJA, COOTBETCTBYIOIIHNE BOC-
CTaHOBJICHUIO Ag+ ® Ag0 npu Temneparypax 150—
270°C. B cnyuae nauGosee akTHBHOTO 00pasua ped-
nekcel mpu 20=38.1° u 20=44.3° B audppakrorpam-
Mme 10 % Ag-NaX, oTHocsmuecs K Ago, UMEIOT HU3-
KYI0O MHTEHCUBHOCTh M MPAKTUYECKH HE MPOSBIISIOT-
cst (puc. 1, 6, criektp 7). Bo3MOXKHOM MPUYMHON OTCYTC-
TBUSI pepIIeKCOB B TH(PAKTOrpaMMe MOXKET OBITh aMOp-
¢HOE cocrosiHMe cHOPMHUPOBaHHON (Pa3bl aKTHUBHO-
ro KOMIOHEHTa M 3HAYUTEIBHOE YIIHpEHHE pedIiek-
COB, UTO CBUICTEIBCTBYET O BBICOKOUCIIEPCHOM COCTOSI-
HUM YacTHl] AQ", paclpeleleHHBIX B ILICOJUTE.
Pasnmume B aktuBHOCTH 10 % AQHICOMUTHEIX Ka-
TaJIN3aTOPOB MOXKET TAKXKE 00YCIOBINBATHCS PA3HBIM
KOJIMYECTBOM aKTHUBHBIX IEHTPOB, KOTOpPHIE (pOpMU-
pYIOTCS B X0J/ie IPEBAPUTENBHON 00pabOTKU U IPHU
BO3JICICTBUN peaKIMOHHON cpeapl. OTMEUEHO pa3Hoe
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BIIMSIHUE PEAKIIMOHHOW Cpelbl Ha aKTHBHOCTh KaTaJlH-
3aTopoB AQ-HOCUTEIb — B Cliydae Hauboyiee aKTHB-
Hbix obpasnoB Ag-NaX u Ag-NaA Bo |l nukie kara-
nn3a 3aUKCHPOBAHO JaNbHEWIIee MOBBIIICHUE aKTHB-
Hoctu (DT'10=23-25 °C), 9TO MOJKET CBHJIETENECTBOBATH
0 (opMupOBaHHMM OMOIHUTENHFHOTO KOJMYECTBA aK-
THUBHBIX IIEHTPOB B XOJ€ KAaTAJUTHUYECKON peaKIiuu.

Jlns w3ydeHus BIUSHUS XapakTepa o0pabOTKH
10 % Ag-kaTanu3aTOpPOB MPH BBICOKHX TeMIepaTypax
Ha (OpPMHUPOBaHHE AKTUBHBIX LIEHTPOB, UX MPHUPOITY
W aKTUBHOCThH Obljla WCCIENOBaHA KaTaJlUTHYECKas
AKTUBHOCTH 00PA3II0B MOCIE UX TPEIBAPUTENBHON KOM-
MJICKCHOW OKHCIHMTEIbHO-BOCCTAHOBUTEIBHOM 00pa-
0OTKH — TOCJIE0BATEILHOTO TPOKATUBAHMU Ha BO3-
nyxe 110 700 °C (7 y,,=20—700 °C), a 3aTem nporpe-
BaHUs B TOKe ra3oBoii cmecu Hy+Ar no 500—550 °C.

Kak BuaHO U3 gaHHBIX Ta0J. 2, BOCCTAHOBUTEID-
Has 00pabOTKa MOBBIMIAET AKTHBHOCTH OOJIBINMHCTBA
uccnenoBanHbIXx 00pa3nos — 10 % Ag-NaX, 10 % Ag-
NaA, 10 % Ag-NazSM -5 (37), 10 % Ag-NaZzSM -5 (47),
10 % Ag-NaM . 3xadeHus MOBBIICHHS TEMIIEPATYp MOJI-
Horo npesparenus CO (DT1qg) ans Ag-Coneprariux
[EOJUTHBIX CHCTeM, cOPMUPOBAHHBIX B XOJ€ OKHUC-
JUTETbHO-BOCCTAHOBUTEIIBHOM 00pabOTKH, MO CpaBHe-
HHIO ¢ AQ-KaTann3aTopaMu, CPOPMUPOBAHHBIMH B XO-
ne JATA-uccnenosanust (T ¢>opM=20_700 °C), m3meHs-
fores ot 17 mo 68°C B TepBOM IIMKJIE KaTaim3a U OT
8 1o 62°C — Bo Bropom (Tabi. 2). Mckmouenue co-
crapsiror 10 % Ag-NaK-ERI u 10 % Ag-NaZ3Sv-5 (69),
JUISL KOTOPBIX JIOTIONTHUTENbHAs 00paboTka B TOKE BO-
JIOPOJia MPUBOAUT K MOBBIIEHUIO TEMITEPATYPHI TIOJIHO-
ro npesparienus CO, cooTBercTBeHHO, Ha 24 u 17 °C.
B cnyuae Hanbonee aktuBHOro Karanusaropa 10 % Ag-
NaX mnanbHeiimiee moBeieHne akTuBHOCTH (DI 100™
=12 °C) mabmonaercs ¥ BO BTOPOM IMKIE KAaTalH3a.

Psnp1 aktuBHOCTH HaHeceHHBIX 10 % Ag-conep-
JKAIIUX CUCTEM IMOCIIEe BHICOKOTEMITEPATYPHOU OKHC-
JUTENbHO-BOCCTAHOBUTENBHONW 00pabOTKH B IIEPBOM
W BTOPOM IIMKJIE KaTajguTudeckoro okucienus CO
npaktuiyecku coBmagaroT. Ag-NaxX > Ag-NaA >
Ag—NazZSM -5 (37) > Ag-NazZSM -5 (47) > Ag-Na
ZSM-5(69) > AgNaK-ERI > AgNaM. Kak u B ciy-
yae KaTaJIu3aTopoB, cQOPMUPOBAHHBIX B HHTEpBale
temnepatyp 20—700 °C, Hau6oiee aKTUBHBIMU KaTa-
nmuzatopamu sBisitores Ag-NaX u Ag-NaA, a Hau-
MeHee akTuBHBIM — Ag-NaM.

J1Jis1 BBISICHEHHSI TPUPO/IbI AKTUBHBIX [IEHTPOB UC-
CIIEZIOBAaHHBIX CHUCTEM OBIJIO MPOBEACHO HCCIEN0Ba-
HUEe 00pa3o0B METOJOM DJIEKTPOHHOW CHEKTPOCKO-
nuu Au(y3HOT0 OTPaKEHHsI, KOTOPBIN MTHPOKO HC-
MOJIB3YETCS ISl XapaKTePUCTHKH AJ-CoIepKallnuX Ka-
Tann3aTopoB. B anekTpoHHBIX cnekTpax AQ-11e0InT-
HBIX CHUCTEM, MPEIBAPUTENHHO CHOPMHPOBAHHBIX B
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unTepBane Temneparyp 20—700 °C, 1o npoBeneHus Ka-
TAJIMTUYECKON peaKIuu HaOII0a0TCsA MOJIOCHl TIOT-
nomenus npu_250—255 Hw, KOTOEHG COOTBETCTBYIOT
nepexoay 40P ® 4d%" nonos Ag’ (puc. 2, a) u mono-
cbl TorJonieHus okojo 295—305 HM, KOTOpbIE OTHO-
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Puc. 2. Daexkrponnsie crektpsl andysHoro orpaxenus 10
% AQ-IICOTUTHBIX KaTalu3aTOpPOB. & — [0 KaTalauza
(T opn= 700 °C, 0,); 6 — mocne karamnsa (T, =700 °C,
Ozdi; ¢ — nocne katanuza (T opy= 00 °C, 0, BOOC, H,):
1— 10%AgNaM; 2 — 10% AgZSM-5(47); 3 — 10%
AgZSM-5(69); 4 — 10% AgZSM-5(37); 5 — 10%
Ag-NaA; 6 — 10% Ag-NaX; 7 — 10% AgNaK-ERI.
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CATCSI K KJIacTepam Agnd+ (2<n<4) cornacuo [9).
[Tpucyrcreue nonoc nornonienus npu 400—420 um
B crekTpax auddysHoro orpaxkeHus AQ-IEOJUTHBIX
KaTaJIN3aTOPOB CBUAETENBCTBYET O HAJIMYINU B HUX KJIa-
crepoB cepebpa [10]. CiremyeT OTMETHTD, YTO B CIIEK-
tpax OCJIO Hambosee aKTHBHBIX KaTaJM3aTOPOB
HAOIIOMAIOTCS MIUPOKHUE MOJIOCH MOTIIONMCHUS OKOJIO
420 HM, KOTOpBIE UMEIOT HU3KYI0 HHTEHCHBHOCTH OJ1a-
romapsi HaJHYUI0 KJIACTEPOB U BBICOKOIUCIIEPCHBIX
YaCTHIl METaJUIMIecKoTo cepedpa. DTo coriacyercs C
yIIupeHneM Au(pakIuOHHBIX JIMHAN, COOTBETCTBY-
IOIUX KPUCTAJUINTAM MeTayandeckoro Ag B nudpax-
torpamme karamusaropa 10 % Ag-NaX. I[Ipu ykpym-
HeHHUU YacTull AQ" MOJOCHI MOTJIOMICHUS CMEIIAIOTCSI
B KOPOTKOBOJIHOBYIO 06nacTs crekrpa. B 9C/1O crme-
KTpax HauMeHee aKTHBHBIX 00pa3ioB Ag—-NaZSM -5
(37) u Ag-NaM no xaTanuza MpUCYTCTBYIOT MOJIOCHI
noromenuss npu 370—384 HM, KOTOpbIE COOTBET-
CTBYIOT MHKpOKpHUCTaiundeckoMmy cepebpy [10].

B OCJIO cnekrpax Ag-cucrem mocie mpoBene-
HUSI KaTaluTudeckoit peakimu (puc. 2, 6,6) B obnac-
T 350—450 HM HAOIIOAAIOTCS OBE OOCTATOYHO WH-
TEHCHBHBIC YETKO BBIPAXKEHHBIC ITOJIOCH TOTJIONICHUS,
YTO CBUJCTEIBCTBYET 00 YMCHBIIICHUHU B XOJIC KATAJH-
32 OTHOCHTEIBHOI'O KOJIHMYECTBA KJIACTEPOB cepedpa
Y BBICOKOJUCIIEPCHOTO AgO (416—430 um) u yactud-
HOM IIEPEX0J€ UX B MHUKPOKPUCTAIINYECKOE COCTO-
ssaue (364—372 um). He3nauuTenpHOE YBEIMYCHHE HH-
TEHCUBHOCTH MOJIoCchl nortolneHus npu 310—315 um
B DJIEKTPOHHBIX CHEKTpax 00pa3IoB MOCIe KaTain3a
CBHIIETEIBCTBYET TaKXKe 00 00pa3oBaHHMU OMpenescH-
HOTO KOJIMYECTBA YACTHUYEK METAITHYECKOro ceped-
pa pocrato4Ho 6ousbiioro pasmepa [10], uto, mo-Bu-
JMMOMY, MOJET IPUBOJUTH K CHIXKCHHIO aKTUBHOCTH.

Meromom ICJIO yCraHOBIIEHO, YTO B X01¢€ (op-
MupoBaHus AQ-HICOTUTHBIX KaTaIU3aTOPOB MOTYT 00-
pasoBBIBATHCS KaTHOHHBIE AQ' -KIacTepsl, KiacTepbl
METaJTHYECKOTO cepedpa U BEICOKOIUCIIEPCHBIE Yac-
truku AQ. IIpu 3TOM akTUBHBIME LieHTpaMu AQ-Iie-
OJINTHBIX CHUCTEM, IIO-BHAUMOMY, SBISIFOTCS KIACTe-
PBl METAJTMYECKOTO cepedpa M BBICOKOIHCIEPCHBIE
gacruuku AQ . Knacreper katmomos cepeGpa Ag'
MOTYT CIYXHTh HNCTOYHHKOM IOTIOJHHUTEIHHBIX aK-
THBHBIX [[EHTPOB, KOTOPbIE 00PA3yIOTCS PH BOCCTA-
HOBJICHUM B PEAKIMOHHOM cpelme B XOJle KaTalH3a.

Takum 00pa3om, HCCIIeIOBAHHE KaTaJIHTHIEC-
KOM aKTMBHOCTU B peakuuu oxkucieHus CO HaHeceH-
HBIX AQ-cofep KaIuX CHCTEM Ha OCHOBE IICOJUTOB TI0-
kazano, uro 10 % Ag-kaTanu3aTophl Mmocie Mnpen-
BapuUTENbHON BbIcOKOTeMMepaTypHoit (20—700 °C)
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00pabOTKH MMEIOT BBICOKYIO W YCTOHUYUBYIO aKTHB-
HOCTH B PEAKIUOHHON CMECH C M30BITKOM KUCIOpOIa
(1%CO+20%0,+ 79% He). Hdns uposBieHHs
Boicokoi aktuBHOCTH 10 % Ag-xatanuzaTtopoB Oma-
ronpusATHA NpeaBapuTeIbHas 00paboTka B TOKE BO-
JI0poJa, KOTOpasi CIIOCOOCTBYET MOSBICHUIO JOMOJI-
HUTEIBHBIX AKTUBHBIX [[EHTPOB — MUKpovacTuil Ag
U KJACTEpOB KaTHOHOB Ag+. Hawubonpuryro axtus-
HOCTH Cpemd HCCIENOBAHHBIX AQ-IICOTUTHBIX KaTa-
nuzatopoB mmeer oOpazen Ag-NaX.

PE3IOME. locnimkeHo KaTaliTHYHY aKTHBHICTh B pe-
aKIii OKUCHEeHHs1 MOHOOKcHAy Byrierio 10 % AQ-1ieomiTHIX
cucreM, chOpPMOBAHUX TPH BHCOKUX Temrepatypax (mo 700
°C). BcTaHOBIIEHO, IO NOJATKOBA BiHOBIIIOBAILHA 00PO6-
Ka 3pa3KiB MPHUBOJHWTH A0 MinBHIIEeHHs akTuBHOCTI 10 %
Ag-NaX, 10% Ag-NaA, 10 % Ag-NazZSM-5 (37), 10 % Ag—
NazSM-5 (47), 10 % Ag-NaM. MMoka3aHo, M0 aKTHBHICTH
[EOTITHUX CHCTEM 3HAYHOIO MIpOI0 BU3HAYAETHCSA KIUTbKIiC-
TIO aKTHBHUX LIEHTPIB — KJacTepiB KaTiOHIB cpibia Ag+
1 YaCTMHOK METaJidHOro cpibia, sKi YTBOPIOIOTHCS HpPHU
dbopMyBaHHI KaTaJli3aTOPIB i B XOJi KaTalliTHYHOT peakKilii.

SUMMARY. The catalytic activity in CO oxidation
of 10 % Ag-zeolite systems after their formation at high tem-
peratures (up to 700 °C) wasinvestigated. |t was established
that additional reduction treatment of samples lead to
the increasing of activity of 10 % Ag-NaX, 10 % Ag-NaA,
10 % Ag-NaZSM-5 (37), 10 % Ag-NazZSM -5 (47), 10 % Ag—
NaM. It was shown, that activity of zeolite systems mostly
determined by the quantity of active centres — clusters
of Ag® cations and particles of metallic silver which formed
during catalyst formation and catalytic.
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