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DEVELOPMENT OF CATALYTIC SYSTEMS
ON METAL BLOCK CARRIERS FOR OXIDATION OF
HYDROCARBONS AND REDUCTION OF NITROGEN OXIDE

Abstract. The aim of work was preparation of catalytic systems on the basis of Fe, Ni, Pt, Pd, with additives of
Cu, Mo, Re on metal block carriers and research of their activity at the complete oxidation of NO,, CO, C;Hg and
reaction NO,+C3H+0,. Comparative data on change of degree of transformation of NO and CO, hydrocarbons
depending on structure of the secondary carrier and the active phase are presented. For one-component catalysts on
the basis of Fe,O; supported on zeolites of various type, the greatest degree of transformation of NO, (100% at 773
K) is reached on the carrier with an additive of H-form of NaY zeolite. The most stable throughout the temperature
range during the test for 50 hours was Ni/HY catalyst, at 673 K degree of transformation of NO was equal to 67.0 %,
of propylene - 100%. Pd-containing catalysts, promoted with molybdenu are preparedm, and molybdenum was
supported for the different samples from the different compounds of molybdenum: from ammonium, sodium salts, as
well as phosphorus-molybdenum, silicon, molybdenum, potassium-silicon-molybdenum acids were used. The
greatest activity at reduction of NO, in comparison with the samples obtained from the salts with other anions
possessed the catalysts with Mo additive from an ammonium salt. It is found that introduction of titania into the
secondary carrier significantly increases the degree of reduction of nitrogen oxides by propylene. By the TPD
method of ammonia it is revealed that the total concentration of the acid centers Pt-and Pd-catalysts promoted by
oxides of nickel and manganese, is higher than in the initial alumino-platinum and palladium catalysts.
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'AO «MHCTHTYT TOIUIHBA, KATATH3A | 3MeKTpoxXumud M. JI B.COKOTBCKOTOY;
“Kasaxckuit HanmosansHeI YHEBEpPCHTET HM. amb-Dapabu

PA3PABOTKA KATAJIMTHYECKUX CUCTEM
HA METAJUVIMYECKHUX BJIOYHBIX HOCUTEJAX JIA OKUCJIEHUA
YIVIEBOJAOPOIOB 1 BOCCTAHOBJ/IEHUA OKCUAA A30TA

Annoranus. Llems paboTh- MPUTOTOBICHAC KATATHTHYCCKUX cucTteM Ha ocHOBE Fe, Ni, Pt, Pd, ¢ moOaBkamu
Cu, Mo, Re Ha METaMMUCCKUX OIOYHBIX HOCHTCIAX U HCCICIOBAHUC MX AKTHBHOCTH MPH MOTHOM oxuciacHuH NO,
CO, C;Hg u peakmn NO,+C3Hg+O,. TIpuBoagTcs CpaBHATCIBHBIC JAHHBIC MO0 H3MCHCHHIO CTCIICHH MPCBPALICHAS
NO u CO, yrneBomopoJoB B 3aBHCHMOCTH OT COCTaBa BTOPHYHOTO HOCHTEII M aKTHBHOH (assl. Lrt omHO-
KOMIIOHCHTHBIX KATAJIH3aTOPOB HA OCHOBEC Fe,(O;, HAHCCCHHOTO HA HCOJMUTHI PA3IMYHOTO THIA, HAWOOJBINAS
creneHp npespamieHus NO, (100% mpu 773 K) mocruraerca Ha Hocurene ¢ aodaskor H-(opmsr meommra NaY.
Hamnbonee craOumipHBIIH BO BCEM HHTEPBAJIE TEMIICPATYP IIPH HCIBITAHUH B TeueHUE S0 1. - kKarammsarop NVHY, ipu
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673 K crenens mpespameHust NO-67,0%, mpormiaeHa — 100%. Ilpurorosnenst Pd-coaepskamue KaTamm3aTopsl,
MPOMOTHPOBAHHBIE MOJHOICHOM, MPHYCM MOJHOICH HAHOCHIH I Pa3HBIX OOPa3sLOB W3 Pa3HBIX COCAMHCHHH
MOJHMONCHA: AMMOHHMEBOM, HATPHEBOH COJICH, a TAKKe HCHOIb30BAMM (HOCPOPHO-MOIHOACHOBYIO, KpPEMHE-
MOJTHOACHOBYIO, KATHI-KPSMHCMOJIHOACHOBYFO KHUCITOTH. HanOompIeH akTHBHOCTREO TIPH BOCCTAHOBJICHHH NO, 10
CPaBHECHUIO C 00pa3IaMu, MOIYUYCHHBIMY W3 COJICH C APYTHMH aHHOHAMH, 00JIaJAlN KaTaIn3aTopsl ¢ 700aBkoi Mo
W3 aMMOHHCBOH COJHM. YCTAHOBJICHO, YTO BBCICHHC BO BTOPHYHBIH HOCHTEIh OKCHIA THTAHA 3HAYHTCIHEHO
VBEIMYUBACT CTCHNCHb BOCCTAHOBICHHMA OKCHAOB a30Ta ¢ moMompro npommiacHa. Mertogom TIIJ| ammumaka
VCTAHOBJICHO, YTO CYMMApHAs KOHICHTPAIWSI KUCIOTHHIX IEHTPOB Pt- m Pd-karanmm3aropos, MpOMOTHPOBAHHBIX
OKCHOAMHA HUKCIA X MAPTAHLA, BBILIC, ICM B HCXOJHBIX ATFIOMO-IIJIATHHOBBIX H MAJUIAAUCBBIX KATAIA3aTOPAaX.

KmroueBnie coBa: Karamm3aTop, OKCHI Aa30Ta, VIJICBOAOPOABL, BBIXJIONHBIC TAa3bl, ABTOTPAHCIOPT,
METAIUTHYECKUE OJI0YHBIC HOCHTCITH.

Beeaenne

ABTOMOOWJIBHBIM TPAHCIIOPTOM OCVIIECTBILIETCS NepeBo3ka okoyo 70% BCeX MacCakUpOB U CBBIIIEC
80% mepeso3ok rpy3oB. Ilpu cropaHnu TomavBa B LMJIMHAPAX ABHIATENS aBTOMOOHIS 00pa3yIOTCH
HCTOKCHYHBIC (BOASHON map, YrICKUCIBIA ra3) W TOKCHYHBIC BCIICCTBA, SIBJSIFOIMMACCS MPOIYKTaAMH
HENOTHOTO cropanms. OOpasyroluecs BPSAHBIC BCIICCTBA ¢ aTMOC(HEPHBIMH OCAAKAMH MOMATAIOT HA
3CMJII0 U SIB/SIFOTCS UCTOYHUMKAMU 3arpsi3HCHHS PEK, BOJOCMOB, 3C/CHBIX HACAXKICHUU U mOuBbl. B
CPaBHCHHHU C APYTUMH BHIAMH TPAHCIOPTA, aBTOMOOHIBHBIN PA3BUBACTCS ONMCPEIKAOIIMUMU TSMIIAMH,
YTO, B CBOI OYCPESAb, MOKET MPUBCCTH K 3Kojoruucckum Oeacteusim [1-7]. 3arpssaenue armochepst
BBIXJIOMHBIMU TazaMu, coaepkamiumu okcuabl azota (NOx, NO, NO,) B Hacrosiee Bpemst - rio0aibHas
mpobaema. OKCHUab a30Ta Ype3BbiuaiiHo s10BUTHL. [10 CHle BO3ACHCTBHS HA YCI0BEUCCKUI OPTaHU3M 3TO
HauOONICEC TOKCUYHBIC KOMIIOHCHTBHI BBIXJIONMHBIX TA30B, MO 3TOU MPUYHUHEC OOC3BPCKHUBAHHE OKCHAOB
a30Ta MyTeM KATAJTUTHYCCKOTO PA3JIOKCHUS WM BOCCTAHOBJICHHUS MPHOOPETACT OCOOCHHOE 3HAYCHUE | 8-
14].

Lleasio paboThl SBISIOCH OPUTOTOBICHUE OJHO- U JBYXKOMIIOHCHTHBIX KATATUTHYICCKUX CHCTCM HA
ocuose Fe, Ni, Pt, Pd, ¢ nobaskamu Cu, Mo, Re Ha MeTanmmmueckux OIOUHBIX HOCHTCIIIX U UCCICIOBAHNUE
ux aktuBHOCTH Tpu niojiHoM okucieHuu NOy, CO, CsHg u peakiuu NO+CsHg+0,.

IKCHEePUMEHTAJBHAS YACTh

Jis  v3yucHHsT TPOIECCOB OOC3BPSIKUBAHMS BBIXJIOMHBIX Ta30B aBTOTPAHCIOPTA B PpaboTe
CHUHTC3UPOBAHBI OTHO- U ABYX-KOMIIOHCHTHBIC KATATUTUUYCCKUC CUCTCMBI Ha OCHOBC COC,Z[I/IHGHI/Iﬁ FC, Nl,
Pt, Pd, ¢ nob6aBkaMy, HAHECCHHBIX HA METAIMICCKHEC OJIOYHBIC HOCHTEIH ¢ COTOBOU CTPYKTYPOH KaHana
(puc.1). Metoauka NpUrOTOBICHHS KaTaIM3aTOPOB pa3dpaboTaHa paHEEe aBTOPaMH CTaThbH M OIMHCAHA B
[15-20].

Pucynok 1 — KaranuzaTopsl Ha METAIITMYECKUX OJOYHBIX HOCUTEILIX: a - 00U BUJl 00pasIioB UL 1a00paTOPHBIX UCTILITAHUM,
0 - IoTHOpa3MepHbIEe 00pa3Lb VISl HCTIBITAHUM B PEATBHBIX yCIOBUSX SKCILTY aTal[id

OO6pa3upl KaTaIu3aTOPOB TOTOBHIH HA OCHOBE 1eomutoB ZSM-5 ¢ moaynem 30 u NaY ¢ moxynem
5,1. B xa4ecTBe CBA3YIOLICTO UCIOb30BAIN BIAKHBIA THAPOrE/Ib THAPOKCHIA AMIOMUHUS (BIQKHOCTh-
80%). HaHeceHue axkTHBHOTO KOMIIOHCHTA MPOBOAWIN C HCMONB30BAHUEM METOAA MPOMMUTKH 10
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BIaroeMkoctd. KartammzaTtopel TOTOBHIM IIyTEM BBEACHHS B CYCHEH3WIO BTOPHYHOTO HOCHUTEIA
ONPEIEICHHOTO KOMu4uecTBa coniell Heodxoammoro Metamia. CyCneH3HIo, COACPKAYIO COMH METaa,
TIIATCIPHO TICPESMCIIMBAIH, PA30aBIsUTd A0 HCOOXOAMMOH BSI3KOCTH, 3aTeM OJIOYHBIH METAUTHYCCKHIMA
KapKac C COTOBOW CTPYKTYPOH MOTPYKaIH B CYCHCH3UIO. M30BITOK CYCICH3WH M3 KAHAJIOB YAAISIICS
BCTPSAXHUBAaHHCM, W OJOKH MOMELIATHCh B KAacCEThl LCHTPU(DYIU, IIC MPOUCXOIUIO YIAICHHE H30BITKA
CYCIICH3HUH N3 KaHANOB OJI0Ka U ¢ paBHOMEPHOE pacnpeacicHue no nosepxHoctr. Cymka 6I0KOB mocie
HeHTpU(YTUPOBaHM MPOBOJWIACH B CYIIMIBHOM wmkady npu temnepartype 473-523K B teuenue 1 u.
[IpocymieHHble OJOKH C HAHCCEHHBIM BTOPUYHBIM HOCHUTEICM MPOKATUBAIUCH B BICKTPHUYCCKOH MEUH
pu Temnepatype 873-923 K B reuenne 2-x 4acos.

Pe3ynbTaThl H HX 00CYy:KAEHHE

IIpuroToBACHHRIC HHUKEIR W JKCIC30COACPIKAINUEC KATAIM3ATOPBl HUCIBITBIBAINCh B PCAKIINU
OKHCTICHHUS YIJICBOJOPOAOB W BOCCTAHOBJICHHA OKcHOa asota. He3aBucHMO OT mpHPOABI BBCICHHOTO
neonura, 3aMeTHoe npespamenne NO HaumHamock mpu Temmeparype Beime 473 K, mocreneHHO
VBEJIUYHUBAIOCH ¢ POCTOM TEMIEPATYPHl H AOCTHTAN0 HauOomibwei senmuunsl npu 1=773 K. B ciyuae
Fe-coaepxamux OJOYHBIX KATAIM3ATOPOB HAMOOJBIICH AKTUBHOCTHIO MPH BOCCTaHOBACHMH NO
MPOMMWICHOM 00/1aJacT KaTtaau3arop, MoAuduiupoBanHbii 1eoautom NaY. Karamuzatop ¢ atum ke
COCTAaBOM OKa3aIcs cambiM akTUBHBIM U mpH okucieHuu CsHg. Tpu 473 K crenens npespatnenns C;Hg
HA 3TOM KaTtaausaTope coctaBmsieT 35,8%, a nmoaHoe npespatneHue HabnogacTes mpu 573 K.

Crenenp mpespamncaust C;Hg mpu 573 K Ha karanuzaropax 5TON CEpHH CHHXKAIACh B PIAy:
Fe/NaY>Fe/ZSM-5>Fe¢/ Al,QO;.

J/1s1 0 MHOKOMITIOHCHTHBIX KATAMU3aTOPOB HA OCHOBE Fe,0;, HAHCCEHHOTO Ha LICOMHUTHI PA3HOTO BH/A,
Haubonpmas crencHp mpespatueHus NO; (100% npu 773 K) mocruraercs Ha Hocutene ¢ AoGaskoi H-
dopms neoauTta NaY.

Oxucnenue mnpomwicHa Ha Ni-CoAaepXKaiux I[COJAUTAX MNPOUCXOTUIO0, MO cpaBHCHHIO ¢ Fe-
CoACpKAIMMU OJIOUHBIMH KaTaju3aropaMu, ¢ Oojice HU3KMMU cTeneHsmu npespameHus: 100%-Hoe
npespamenne C;Hg waOmromanmoce Ha Ni/HY oOpasue tomeko mpu 773 K. Jlpyrue ob6pasiist
Karajau3aTopoB Ha OCHOBE Ni ObLIM MCHES akTHBHbIMH U cTeneHb npespaincaus C;Hg Ha HUX Mamo
M3MCHSIACh B 3ABUCHMOCTH OT IMPHUPOJBI LCOJUTA. B 3aBHCHMOCTH OT MPHPOABI MOIHU(DHIMPYFOIIETO
LCOIUTA AKTHBHOCTh NIi-COACpPKAINMX [COJUTOB B peakuuu BocctaHoBiacHus NO mpu 573 K
yMeHblanack B paay: Ni/HY>Ni/NaY>Ni/ZSM-5.

Tabmuira 1 — BrvsiHue IIpoMOTHPY IOIIMX JOGaBOK Ha CTEIIEHb BOCCTAHOBIICHMSI OKCHJIA a30Ta IIPOIIIICHOM
B IIPHCYTCTBHU KHCIOPoia -350-600 ppm. OGbeMHast ckopocTb — 257 10%u-1, koHnenTparms NO-220-400 ppm,
xoH1eHTparus C3Hg-500-700 ppm

Karanu- Conep- Crenens npeppanienus npu T.K Komnnenrparus CO, ppm 1pu
3aTOp JKaHUE NO, % C3H,% T.K
Oy, % | 473 573 673 773 473 573 | 673 | 773 473 573 673 773
00.
Fe/Al,04 1 114 [ 186 | 581 [ 100 36,0 | 54,0 | 73,0 | 100 0,01 10,00 |0,00 ]0,00
3 2,0 19,5 1247 [ 190 |20 12,0 100 | 100 0,2 0,01 10,00 |0,00
5 2,0 10,0 16,6 | 23,8 | 10,0 | 20,0 100 | 100 0,2 0,01 ] 0,00 |0,00
Fe/ 3 3,0 5,7 12,8 | 18,5 | 15,0 14,5 100 | 100 0,03 10,02 | 0,01 0,01
ZSM-5 5 0,0 5,0 14,0 ] 13,6 20,0 |410 100 | 100 0,02 10,02 ]0,01 0,01
Fe/NaY 3 10,0 [ 27,9 [593 [573 [358 100 100 | 100 0,03 10,02 ]0,01 0,00
Ni/NaY 3 15,7 [ 28,7 | 100 100 20,0 620 [670 70,0 10,03 0,04 [0,09 [027
Ni+Pt/NaY |5 0 192 | 72,5 | 100 14,0 | 540 [ 59,7 | 66 005 10,11 0,18 |027
10 - 10,2 | 25,0 | 100 - 100 100 | 100 0,01 10,01 |0,00 | 0,00
N/HY 3 16,5 | 58,1 100 100 40,5 70,3 [892 [ 100 0,01 10,04 10,02 ]0,04
Ni+Pt /HY 5 - 27.8 100 100 25,0 | 40,6 100 | 100 0,00 10,01 |0,00 ]0,00
Ni/ZSM-5 3 0 9,2 30,0 | 100 42,0 50,8 [66,6 | 70,0 10,04 006 |0,09 |0,09
Ni+Pt/ 3 - 324 100 80,5 | - 100 100 | 100 - - - -
ZSM-5
FetPt/NaY 3 3.5 22,0 32,1 ]37,6 |20,0 |66, 98 100 0,01 10,00 |0,00 ]0,00
FetPt/ZSM- | 3 0 17,3 | 30,0 | 100 - 49,2 | 68 88 0,01 10,01 | 0,01 0,00
5
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W3 nBYXKOMITOHCHTHBIX CHCTEM B PCAKLHHA BOCCTAHOBJIICHHS OKCHAA a30Ta MPOMWICHOM B
MPUCYTCTBUU Kucaopoaa uaydeHsl Ni+Pt, Fe+Pt- karamuzaropsr (Tada.1). Jna Ni+Pt/HY xaramuzaropa
MakcuManpHas creneHs npespawmennst NO pocruranace mpu 673 K, ama obpazua ¢ mobGaskoit NaY
nosHoe npespamicHne NO wabmromanoce toneko mpu 773 K. Ilpu oxucienun mpormuneHa Bce Ni-Pt
KaTau3aTopbl MPOSBJLTN BEICOKY 0 akTuBHOCTD (100% mipu 673 K). B cnyuae ¢ Fe+Pt- karanuzaropamu
LCONMUTHBIC AOOABKH HE OKA3bIBAIOT 3HAYMTCIBHOIO BIHSHMSA HAa AKTHBHOCTh KaTATH3aTOPOB Kak B
peakuny BoccTaHoBineHus NO, Tak W NMpU OKHCICHUM MPONMICHA. B peakiyy OKHCICHUS NPOMUICHA
KaTaTH3aTOPhl 3TOU CEPHU MPOSBIIIOT HU3KY IO AKTUBHOCTb.

[IpuroToBNnCHHEIC HUKETh W IKEIC30COACPKAIIME LCOMUTHBIC ONOYHBIC KATATH3ATOPBI OBLTH
HCCIEeN0BaHbl Ha TepMocTabuinbHocTs npu =973 K B TeueHue 50 4. B paGoucii razosoii cpeae. Ha Fe-
COICPIKAIIEM KATANINU3aTope HAOMIOAACTCS HE3HAYMTENBHOC CHIDKCHHE AKTHBHOCTH HPH HHU3KHX
temnepatrypax (473 K). Crenenp noaHOro OKucacHus nponuicHa ymeHbmaeTest ot 35,0 xo 17,0%. [pu
00J1ce BRICOKHX TEMIICPATYPAX CHIKCHUE aKTUBHOCTH HE HaOmroxacTcs. Hanbonee ctabuIbHBIM BO BCEM
HHTEpBane Temmeparyp okasancs karamuzarop Ni/HY, mpu 673 K crenenr npesparmenus NO-67,0%,
mporwieHa — 100%.

[TpUroToBNCHBI U UCTIBITAHB! KATAIU3ATOPBI C PA3THYHBIM COCTABOM AKTHBHOH (ha3el HA HOCHTEINC C
mobaskoii H - dopmer neonura Nay. B zaBucumoctu ot npupogst metamta (Fe, Co, Cu, Pt, Re)
KaTanu3aTopsl 3Tok cepuu no creneHu npespatuchus NO (ano, %) npu O, - 3 % 06. mpu 623 K moxkHO
PacIONOXKUTE B PAA

Cu (79,5) > Re (32,0) > Pt (30,0) > Fe (25,4) > Co (10,0) .
B aHaI0rHUHBIX YCIOBHIX AKTUBHOCTD TEX K€ METAILIOB (Clyo,%), HAHECCHHBIX HA HOCUTETh A 1,05,
CHIKAIACh B CJICTY FOLIEM MOPSIAKE
Mn (56) > Fe (41,9) > Co (32,5) > Cu (32,0) > Pt (23) .
IMonyueHHbIC PE3YBTATHI MOKA3BIBAOT, YTO KATATUTHUYCCKAS AKTHBHOCTh M3YUYCHHBIX MCTA/UIOB B
3TOU peakivy HE SBIACTCS NPOCTOH QyHKUHEH KHCIOTHOCTH HOCHTES.

B T1abn.2 npeacTaBICHBI CPAaBHHUTCIBHBIC PE3yAbTAaThl IO AKTHBHOCTH  KATATH3aTOPOB,
OTIHYANOLIUXCS KAK COACPKAHUEM aKTUBHOU (ha3bl, TAK U COCTABOM HOCHTEIAL.

TaGmmria 2- Creniens BocctaHoBIIeHHS NO (%) IIpOIIIEHOM Ha JIBY XKOMIIOHEHTHBIX cUcTeMax Ipu 623 K

Hocurens CocTaB akKTUBHOM (a3bl
Pt-Fe Pt-Cu Pt-Re Pt-Co Pt
ZSM -5 254 88,1 12,0 15,7 18,6
NaY 40,3 48.8 31,2 - 30,0
HY _ 52,8 - - -

B sTux xaranmuzartopax coaepKaHHE IUIATHHBL B COCTaBC AKTHBHOW (pasbl OBIJIO YMEHBIICHO C
onHOBpeMeHHbIM BHeceHuem wmertamioB apyrux rpymn (Cu, Re, Co, Fe). BuaHo, uTO axkTHBHOCTH
CMCILIAHHBIX KaTaau3aTopoB B OONBIICH CTENMECHH 3aBUCHT OT MPHPOIBI METalna, 4eM OT HPHPOIBI
LCONINTA, YTO CBUACTEIBCTBYET O TOM, UTO HAPSAAY € KUCIOTHBIMH CBOWCTBAMU IMPU BoccTaHOBICHHH NO
MPOTMICHOM BaXKHOC 3HAYCHHUC MMEIOT TAKXKE OKHCIMTEIBHO- BOCCTAHOBHTEIBHEIE CBOHCTBA METAJIIOB.
Te MeTamTel, Y KOTOPBIX OOMbIIE CIOCOOHOCTh CIIOCOOHB! BOCCTAHABIHUBATHCS WIH OKUCIIATBCH, SBISFOTCS
AKTHBHBIMU B 3TOH PCAKLIHH.

Hccnenosan psia matuHa-coaepskamux karanuzaropos ¢ godaskamu Cu-Co u Co-Mn ¢ pasmudHbiM
COOTHOLIEHNEM KOMMOHEHTOB. ComepaHne CyMMBI OKCHUIOB Bapbuposamd B mpeaenax 0,0-3,0 % sec.
AXTHBHOCTE OTIpEEIsUIach MPU KOHLCHTpaUuu kucnopona 3 u 5 % 00. u temmneparypax ot 473 mxo 773 K.
YcraHOBNIEHO, UTO crerneHb npespameHust NO yBEIHMIHBACTCS JIMHEHHO ¢ POCTOM COJACPIKAHUSA CYMMEI
okcuIoB B Katanuzarope. Karamuzatopel, kotopeic He coxepxkar Pt, mpu 5% - HoMm coaepxkanuu O B
ra3oBoi cpeae npu BocctanosncHur NO He npossnsum BuauMol akrusHoctH (13,7 % npu 773 K u 6,0%
mpu 573 K). Crenens mpespaineruns C;Hs ocraBajgack BRICOKOH MPH BCEX TEMIICPATYpPaxX U COCTABISIIA
npu 473 K- 41,6 %, npu 773 K - 100 % .

[Ipu BapeupoBaHHMU coaepikaHus KoOanbTa M MapraHla B COCTaBaX KaTanu3aTtopa HauOONbIIas
crenenp mpespatncHmst NO (29,0-32,0%) aocturanace Ha oOpasnax coornomenueMm Co:Mn=2:1. CteneHs
npesparueaust C;Hy Obiia BpICOKast Ha BCex oOpasiax 3o cepuun u gocturana 100 % yxe Haunnas ¢ 473 K.
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M3yueHo BausHHEC HCXOJHBIX COCOUHCHHMI Ha oOpasuax Pd-comepskammx Katajau3aropos,
MPOMOTHPOBAHHBIX MONUOACHOM. MoOIUOICH HAHOCHUIH M3 aMMOHHEBOW, HATPUCBOH COMCH, a Taloke
ObLTH BCTIONTB30BaHbl (HoCcPOPHO-MOIUOACHOBAS, KPEMHE-MOIUOICHOBAS, KATHH-KPEMHEMOINOACHOBAS
KHCTOTBL. Y CTAHOBICHO, YTO HAWOONBIICH aKTHBHOCTBIO NpU BoccTaHoBICHHH NQ, MO CPaBHEHHIO C
o0pa3uamy, MONTYyYCHHBIMH U3 COJICH ¢ JPYTHMH aHHOHAMH, O0Naany KaTaau3aTopsl ¢ 1odaskoi Mo n3
amMoHueBol conmu. Ilpu Temnepartype makcnmanpHOU aktuBHOCTH (773 K) cremens mpeppamenus NO
MPU COACPKAHUH KUCIOpoaa B ra3oBod cmecH 3 u 10 % 00. Ovina B npeaenax 22,0-24.0 % ,

Ha Pt- u Pd-conepxanpx karanuzaropax ¢ JOOaBKOH OKCHIAA JKENIe3a NPU BRICOKUX comepxkanuax O,
OYCHb YECTKO MPOSBIIACH SKCTPEMAbHAS 3aBUCUMOCTD cTencHH npeppawenus NO oT temneparypsl U
cocrasjsuia B Touke Makcumyma (573 K) 19,0- 23,0 % .

Ha Pd-karanuzaTope u3yucHa 3aBUCUMOCTb CTEIICHH BoccTaHOBICHUS NO OT coaepkaHus B ra30Boi
cpeae kucmopona, CsHg u NO. Ipu yeenuuenun kouuentparuu O, ot 0,5 1o 3% 06 (o yo) mpu 623 K
cHauana Bospactrana ot 20,0 mo 40,0 %, mpu 3.0 u 5,0% O, Owbna mpuvepHo moctostHHOH. [lpm
comepxkanuu O, 10 % 00. crencHp OPSBpALICHHST OKCHAA a30Ta XOTS M YMCHBINAIACh, HO BCE JKE
0CTaBajIacCh BHIIIC, YEM B OTCYTCTBUC Kuciaopoaa. [Ipu Bapeuposanuu koneunrpauuu CsHg (ot 0 10 1000
ppm) creneHs npespamueHus NO muHElHO Bo3pactana ¢ poctom coaepxkanus C;Hg ot 0 go 500 - 600
ppm, a BhIIIE 3TON KOHLECHTPALUH TOIBKO C1ab0 YBEIHIHBAIACE.

B paGote Takxke M3yUCH PAA OKCHOHBIX KATATM3aTOPOB HA OIOYHOM HOCHTEINE, Pa3THYarOIICMCS
cocraBoM BropuuHOro Hocutens (y-Al,O;y-Al,O;+Ti0,) u cocraBom aktuHOro BemecTsa (Co+Mn,
Fe+Mn), mpoMOTHpOBaHHOTO W HE MPOMOTHPOBAHHOIO IUIATHHOH. YCTAHOBICHO, YTO BBEACHHE BO
BTOPHYHBI HOCHTENb OKCHAA THUTAHA 3HAYUTCIBHO VBEIMYMBACT CTCNECHb BOCCTAHOBICHHS OKCHIOB
a30Ta ¢ MOMOIIBID MPOMMICHA Ha OOOHMX COCTaBaX OKCHIAHBIX KAaTaIM3aTOPOB BO BCEM HHTEPBANC
uccnexyeMerx Temnepatyp (ot 423 no 773 K) u coctasmaer npu 423 K na Co-Mn-katamuzatope 34,0%,
Ha Fe-Mn - 29,0%, npu 773 K -33,0% u 55,0%, cootBeTcTBeHHO. [IpOMOTHPOBAaHHE TUIATHHON VITydIIACT
BOCCTaHOBHTEIBHYIO CIIOCOOHOCTh KOOANBT-MapraHueBoro karamuzaropa Ha Al,O; TombKo HpH BBICOKON
Temmeparype. Ha Turan-comeprkameM oOpasue B NPUCYTCTBHU IUIATHHBI cTerneHb npespameHus NO
CHIDKACTCSL.

C wucnomezoBanneMm Metoza TIIJ| amvuaka H3y4eHBl KHUCJIOTHBIC CBOWCTBA NPUTOTOBICHHBIX
IUVIATHHOBBIX U NATNAAUCBHIX KatannzatopoB. Ha puc.2 mpeacraBicHEl CpaBHUTEIBHBIC AHATPAMMBI IS
KATaIM3aTOpPOB € PA3MUYHON KOHIICHTPAIMCH KHUCIOTHBIX IICHTPOB pasHOW cwibl. BuaHo, 4TO
katanuzaropel Ha ocHoBe Pt/Ni-Mn/AlL,O; xapaxrepusyrorcs HauOoNbIICH KOHLICHTPALMCH CHIBHBIX
KHCTOTHBIX LEHTPoB (280 mxmone/r), v Pd/Ni-Mn/Al,Q; xaranmzaropa HauOonbpIuas KOHLCHTPALHS
cnabbIX KUCIOTHBIX LEHTPOB - 250 MxMons/r. B Tabauue 3 mprBeacHE! XapakTePUCTUKU KATATH3aTOPOB
Ha ocHOoBe Pt u Pd, moayuennsic ¢ ucnomb3oBanuem meroaa TIIJ| NH;. CymmapHas koHICHTpamus
KHCTOTHBIX LeHTPoB Pt- u Pd-katamnzaTopos, mpOMOTHPOBAHHBIX OKCHIAMH HUKEIS M MAPraHLa, BBILIC,
YeM B UCXOIHBIX ATIOMO-TUIATHHOBBIX H MAIaJHCBBIX KATATH3ATOPaX.

250 4
200 4
1504

100 4

KaTaau3aToPHI
Pt/A1,0, Pd/A1,0, PNi-Mn/Al,0, Pd/Ni-Mn/Al,O,
B Cra6ue nentpsr [ Ientps cpenneit cunsl [l Cunpusie nentps

PI/IcyHOK 3-BrmusiHue XMMHUYECKOTO cocTaBa HCfITpaJ'IHSaTOpOB Ha pacIIpeAcIICHNe
KHCJIOTHBIX IIECHTPOB pa3m/mH0171 CHJIBLI

KOHIICHTPpays KUCJIOTHBIX IEHTPOB MKMOIIL/T

—— 190 ——



ISSN 2224-5286 Cepusa xumuu v mexronozuy. Ne 5. 2016

Ta6mua 3 - [lopucTtast cTpyKTypa U KHCITOTHEIE cBoticTBa Pt- u Pd-kaTammsaropoB

OGpazert kaTamuzaropa XapakTepucTHKa IOPUCTOU CTPYKTYPhI CyMMapHas KOHIICHTpaITHs
YV aenbHas IDI0MIAaAb O6BeM 1op, oM/ KHUCIIOTHBIX IIEHTPOB 110
TIOBEPXHOCTH, M agcopbrun NH;, MKMOJTIB/T
1 P/AL,O4 200 0,348 240
2 Pd/ Al,O4 205 0,356 110
3 Pd/Ni-Mn/Al,O4 350 0,274 620
4 Pt/ Ni-Mn/A1,04 370 0,290 660

Takum obpazom, Pt- u Pd-cogepkamme xaranmzartopel npu OIH3KHMX 3HAUCHHAX OOIICH
KOHICHTPAIIMM  KHUCJOTHBIX UCHTPOB  660-620 MKMONB/T  XapakTCPUIYIOTCH  OTIHYAOLIHMCS
COOTHOLICHNUEM LICHTPOB Pa3HOU CHIIBL, YTO, MO-BUAUMOMY, ONPEACISCT PAa3IMNd B HX KATATHTHICCKUX
CBOMCTBAx.

BeiBoas1

Takum 0OpazoM, CHHTE3UPOBAHBI KAaTATHTHICCKHE CUCTeMbl HA ocHOBE Fe, Ni, Pt, Pd, ¢ nobaBkamu
Cu, Mo, Re, HaHeCEHHBIX HA METAUTUYCCKUC OJIOYHBIC HOCHTCIH C COTOBOH CTPYKTYpPOHM KaHana.
BeisiBneHo, uTOo B clydac OJHO-KOMIIOHCHTHBIX KaTtanusaropos Ha ocHoee Fe,Q;, HaHeceHHOro Ha
LCOMNTH pa3HOro BHAa, Hanbompmas creneHb npespatueHus NOy (100% npu 773 K) mocruraercs Ha
Hocurene ¢ godaekoit H-opmer neomura Nay. Karamuzatopst Ha ocHoBe Ni OKa3ajguch MEHES
aKkTHBHbIMH, M creneHp npespamneHus C;Hs Ha HUX Mamo u3MeHAnach B 3aBHCHMOCTH OT HPHPOJIBI
neonuta. [lpu HCHIBITAHUH HA TEPMOCTAOWIBHOCTh YCTAHOBICHO, YTO HAauOOIEce CTAOWIBHBIM BO BCEM
uHTEpBane temmueparyp B Teucnue 50 4. okazancs karamuzarop Ni/HY, npu 673 K crenens npespatueHus
NO-67,0%, npormunena — 100%. BeisiBICHO, YTO aKTHBHOCTh CMEIIAHHBIX KATAJIU3ATOPOB B OOJBIICH
CTCIICHH 3aBHCHT OT HPHPOJBI METAIA, YeM OT MPHPOABI LICOIMTA, YTO CBUACTEIBCTBYET O TOM, UTO
HapsAy ¢ KHUCJIOTHBIMH CBOMCTBaMH IpH BoccTaHOBICHHH NQO MPONUICHOM BaKHOC 3HAYCHHE HMCIOT
TaKKEe OKHCIHTCIBHO-BOCCTAHOBHUTENBHEIC cBoMcTBa MeTamwioB. [lpurorosnenst Pd-comeprkarmmue
KaTaTHU3aToPhl, MPOMOTHPOBAHHEIC MOMMOACHOM, MPUYEM MOIHOJACH HAHOCHIM TS Pa3HbIX 00pa3loB U3
PasHBIX COCAMHCHUH MOJMOACHA. AMMOHHUCBOW, HATPUCBOH CONCH, a TakkKe HCIoJb30Batu hochopHo-
MOJIUOICHOBYIO, KPEMHE-MOJIUOACHOBYIO, KAIUU-KPEMHEMOIMOACHOBYO KHCIOThI.  HauGosbruei
AKTHBHOCTBIO HPH BoccTaHOBICHHH NO, Mo CpaBHEHHIO C O0pasLaMy, MOJYYCHHBIMH H3 COJNCH ¢
JPYTUMH aHHOHAMH, 00IafaIn KaTaau3aropsl ¢ 106aBkoii Mo n3 aMMOHHEBOM conn. Y CTaHOBICHO, UTO
BBCACHUE BO BTOPHYHBIH HOCHTEIh OKCHJAA TUTAHA 3HAYHTCIBHO YBCIHYHUBACT CTCIICHb BOCCTAHOBICHHUS
okcHIoB azota ¢ momoumpio mpommieHa. C momompio TIIJ| amMvmuaka BBISBICHO, YTO CyMMapHas
KOHLICHTPAIMS KUCIOTHHIX LEHTPOoB Pt- m Pd-karannsaTopoB, MpOMOTHPOBAaHHBIX OKCHIAMH HHKCEIS U
MapraHia, BBILIC, YeM B HCXOTHBIX ATIOMO-TUTATHHOBHIX U NAJUIAAUCBEIX KATAIH3ATOPAX.
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JLP. CacpikoBa'?, A. HaimGaesa'

! J1.B.COKOTBbCKHIT ATBIHIAFHI JKAHAPMAH, KATATH3 JKOHE dIeKTpoxmMus macTaTyTh AK, Amvarsr, Kasakcras;
* on-Papabu arsiaars Kazak ¥arTeik Yausepeuteri, Amvarsr, Kasakcran

KOMIPCYTEKTEPJI TOTBIKTBIPYFA JKOHE A30T OKCHJIH TOTBIKCBI3AAHABIPYFA
APHAJIFAH METAJLJ BJIOKTBIK TACBIMAJIJIAYBIIITAPJATBI KATAJTUTHKAJIBIK
JKYWUEJIEPIIH 3EPTTEMEJIEPI

Annoramma, KymsicteiH Makcatel — Fe, Ni, Pt, Pd merammapema Cu, Mo, Re KOCHACHIHBIH HETi3iHACTI
METaJI OJOKTHIK TACHIMAIIAY INBIAAFBI KATAIMTHKAJBIK XKylHenepai aaiisrHaay skone onapabie NO,, CO, CsHg Tombik
TOTBIFY Ke3iHae skoHE NO,+C3H+0, peaxmusacemaarsl oencenainiria seprrey. NO, CO koHE KeMipCyTCKTCPOiH
alHATy JOpPE/KE ©3TCPICIHIH CKIiHIN PETTIK TAChIMANNAYBINI ITEH AKTHUBTIK (Pa3aHBIH KYPaMBIHA TOYEIIUIIT KAHIIbI
CaNBICTBIpMANBI MATiMETTep KearipiareH. Lleomurrin op Typai tumrepi Tycipinren, Fe,O; Herizimzeri Oip
KOMITOHEHTTI Karamm3atopnap yonH NO, (100%, 773 K ke3iHze) eH xorapsl aifHany gapekeci H-popmamsr NaY
LEONUTTIH KOCIACBHIHBIH TACBIMAIIAFBINBIHAA KOJ KeTKizinmi. 50 car. 3eprreynep Kes3iHaeri OapIibIk
TEMICPATY PAIBIK HHTCPBATAAPAAFEl CH TYpPakThichl — Karammsatop NI/HY, 673 K kesimme NO-HbH aftHamy
mopeskeci  57%, mpommnenmiki — 100%. Pd-kypampac xkarammzaropnap JadbIHIANBINL, OJApabl  KCHIHHEH
MOJHMOIEHMEH (aiTa KETETIiHi, 3p TYPi YJATLIepre ap TYPIl MOIHOACHHIH KOCBIIBICTAPBI TYCIPLIAL), AaMMOHHUH JKOHE
HATPHH TY3IAPBIMCH MPOMOYTCPIACHIIPLIAL KOHE I (hoCHOPIBIK-MOTHOACHAIK, KPEMHE-MOMOACHTIK KOHS KAITHIi-
KPSMHCMOTUOICHIIK KBIIKBUTAAP KOMAAHBLINBL AHHOHBI 0acKa TY3MApAAH ajbIHFAH VITLICPre KaparaHAaa,
aMMOHMH TY3BIHAAFBI Mo Kocmacel HeriziHzeri karammzaropiap NO TOTHIKCHI3ZAHYBI KE3IHAC CH IKOFaphI
OenceHnimiKTI KepceTTi. THTaH OKCHAIHIH SKIHII PETTIK TACIMANAAYBIIIFA CHTI31IYl a30T OKCHIIHIH MPOIHICHHIH
KOMETIMEH TOTBHIKCHI3JAHY AIPEKECIH eAayip apTTeipasl. AMMmuakTsiH TI1J] oici OOMBIHINA, HUKETH YKOHE MApPTraHel
OKcHATEpIMEH mpoMoyTepicHreH Pt- u  Pd-karanm3aTopiapbIHbIH KBIIKBUIIBIK OPTANBIKTHIPBIHBIH — YKAJIIBI
KOHICHTPALMSCHL, ATIOMO-IUIATHHIIK JKOHC NAJUIAMMSUIBIK KATalIW3aTopiapra KaparaH#a >KOFapbl CKEHZITI
AHBIKTAJIIBL.

Tyiiin cesmepi: Karaam3arop, a30T OKCHII, KOMIPCYTCKTEp, OOMHCTIH Ta3map, aBTOKONIK, MCTALT OJIOKTHI
TachIMaJIAAy IIbIIAp.
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