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NEPINHWH

MeAetatat n kataAutik oeidwon tou CO umod ouvBnkeg nepiooslag O oe vavoowpatibia Ir
Sleomapuéva oe pelkta ofeibla VPNAAG TWAG EUHETAPBANTOU TAEYUATIKOU 0EUyOVOU Kol
ETLOAVELAKWY TAEYUOTIKWY aTeAELWV ofuyodvou (surface oxygen vacancies). Mopookeudotnkav
KATOAUTEG XAUNANG dOPTIONG o€ guyeVEG LETAANO (1 wt% Ir) urtootnplypévo oe popeig ACZ: Al,Os-
CexZrix0; (x=0, 0.25, 0.5 and 0.75). Edpappootnkav Suo SladopeTikéG uEBodoL MapAOKEUNG TwWV
dopéwv ACZ: (a) pue ouykataBubion (co-precipitation) kat (B) udpoBeppuika (hydrothermal), evw n
Slaomopd Tou Ir og auToUGg mpayuatonoltndnke pe tn HEBOSO TOU UYPOU EUMOTIOMOU. ApXLKA,
SlepeuvnOnke n enidpaon 1600 NG cuotaong 600 Kat TNG LeBOSou olvBeong Twv popéwv otnv
KATAAUTIKN dpacTtikotnta Kal otn Bepuiki otabepotnta Twv VAKKWY. EmumAéov, debopuévou OTL n
kataAuTtikr ofeidwaon tou CO eival pia avtidbpaon mou xapaktnpiletal and Galvopeva voTEPNonG,
OnA. and moAAanmAdTnTa povipwy Kataotdoswv (multiple steady-states) tou puBuol €vavtl Tng
Bepuokpaoiag kata tn Slapkela evog KUkAou €vauvong (light-off / light-out), 666nke WSlaitepn
€udaon otnv Katavonon tng MPoEAELONG AUTWY TWV GALVOUEVWVY KOL TNG CUCXETLONG TOUG HE TN
dUon twv dopéwv, TNV LKAVOTNTA TOUG o anobrkeuon ofuyovou (oxygen storage capacity), Kot Tig
OO QUTO UTIOKWVOUHEVEG OAANAerdpaocelc UeTaAAou-popéa. Mo tnv evOeAexny HUEAETN TwV
TAPATAVW, EHAPUOCTNKOV OPKETA TPWTOKOAAQ KIVNTIKWV TELPAUATWY: (i) KUKALKA Telpapota
évauong oto Oeppokpaoclakd eUpo¢ 50-400 °C kot otabepéc ouvOnkeg tpododooiag tou
avtdpaotipa (6nA. 1 % CO, 5 % Oz v/v og He, wGHSV=320,000 mL/gcath), (ii) kivntika metpapata
O£ IPO-AVNYHEVOUG KaL TtPOo-0€EL8 WHEVOUG KATAAUTEC (iii) KlvnTIKA elpapata o€ oTadlaka Oepuka
YNPAGOUEVOUC UTIO OEELOWTLKO TIEPIBAAAOV KATOAUTEG, 0KOAOUOWVTAC GUYKEKPLUEVO TIPWTOKOANO.
OL PUCLKOXNMULKEG KoL SOUKEC LOLOTNTEC TWV POPEWV KOL TWV OUOAOYWV KOTOAUTWYV a€lohoyrnOnkav
He Sdladopec teXVIKEG, Onmwe TepiBAaon aktwvwv X (XRD), podnon-ekpodnon N2 kata BET-BIH,
Bepuo-npoypappatilopevn avaywyn pe Ha (H2-TPR) kal looBeppokpaactakn xnpetopodnaon Ha (Hz-
Chem.), yia mMANpECTEPN KATAVONON TwV OXEOEwV Soun—-8pactikotnta, Bepuikr) otabepotnta,
dawopeva uoTEpNoNG.

NAEZEIZ KAEIAIA: CO, Mwtd ofeiSia Ahoupviou-Anuntpilou-Zipkoviou, KataAUteg tpidiou, Qatvopeva uetépnong

1. EIZATQIrH

To CO eivat éva To€kO AEPLO TIOU CUYKATAAEYETOL OTOUG KUPLOUG atpoadatptkolg pumoug [1]. Ot
KUPLEC TtNYEC ekmopnwyv CO eival ta avtokivnta, ol otabuol mapaywyng NAEKTPLKNC EVEPYELAC, OL
pHovadec mapaywyns BepUIKAG eVEPYELOG OTn Plopnyavio KoL ota omitia, Kal n Blopnxavia
TIETPOXNHULKWV Ttpoioviwy [2]. H kataAutikn ofsidbwaon tou CO eival pia e€atpetikd dtadedopévn

avtidpaon yla TN YETATPOT TOU 0To pN-toélkd CO». Eival emiong pia onupavtiky avtibpaon otn
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€KAEKTLKN amopakpuvon tou CO (Preferential CO oxidation, PROX) armo to mpoidvta avapuopdwaong
vbpoyovavBpakwv (CO+H;) otig Siepyaoieg mapaywyng Ha [3]. H kataAutiki amopdkpuvon tou CO
anevBuvetal oe MAnBwpa edappoywyv, oc €va upl paocua Bepuokpaciwy, and Bepuokpaocia
nieplBailovtog péxpL ToAU uPnA£g Bepuokpacieg avaloya pe tnv edpappoyn. Eival pia ano Tig mo
EKTEVWG UEAETNUEVECG KOTOAUTIKEG aVTLOPACELG. METAED TWV KOATOAUTIKWY CUOTNHATWYV TIOU €XOUV
HeAeTnOel, ol KataAUTteg evyevwy PHETAANwWYV apouaotalouv peyalo evlladépov KaBwg mapexouv
vPnAn SpacTIKOTNTA AKOUN Kal O XOUNAEG Bepuokpacieg kal yia To Adyo auto, mapd Tnv
TEPLOPLOUEVN SlaBeoudTnTa Kat To UPNAOG KOOTOC TOUG, XpPnoLpomolouvTal eUpEwC [1]. Av katto Ir
elval onuavtikd ¢onvotepo and aAAa euyevr) LETOAAQ, LE CNUAVTLKY SpACTIKOTNTA OTN UETATPOTA
Tou CO aAAa kat aAAwv atpoodatpikwy pumwv (NOx, N2O kat HC) mou ouviBwg cuvuTtdpxXouV Ue
to CO ota amaépla, n xpnon tou ot Sadlkaoleg emefepyaoiog EKMOUMWY TOPAUEVEL
TLEPLOPLOUEVN, €€alTiOG KUPLWG TNEG TACNG TOU YLO CUCCWHATWON UTO 0EEOWTLIKEG OUVONRKEG Kal
vPnAéc Bepuokpaoieg [4]. Qotdoo, mpoodata amodeiyBnke OTL TA VAVOCWHATIO EUYEVWV
HETAMwWV Slaokopriopéva oe ¢opeic pe vPnAn SabsoludtnTa eUUETABANTOU KAl EUKIVNTOU
TAEYHATIKOU o&uyovou, dnA. auénuévn «ikavotnta amnobrkeuong ofuyovou» (Oxygen Storage
Capacity, OSC), 6nwg eivat yla mapadelypa pKtda ofeidia mou meptéxouv Ce r/kat Zr, Umopouv Kot
napapévouv otabepd, avtiotekopeva oBevapd otn Bepulkn mMupoocuoowpdatwon [4-6]. To CeO;
XPNOLUOTIOLELTAL EUPEWC WG oTaBepomolntr¢ Kat mpowOntr¢ tou AlO3 0g TPLOSLIKOUC KATOAUTIKOUG
HETATPOTEIC UTOKIVATWY TEAEUTALOG YEVLAS, KOOwWC poodidel kal AAAEC €EALPETIKEG LOLOTNTEG,
Omw¢ evioxuon tng Bepuikng otabepotntag tou AlLOs, BeATiwon TNG SLACTIOPAG TOU UETAAAOU KATA
Vv Nopaokeur Tou KataAutn kot n vPnAnR kavotnta amnobrkeuong/anehevBépwong ofuyovou
(OSC) mou euvoel T avildpAoelg TNG TPLOSIKAG KOTAAUTLKAG AELTOUPYIOC TWV HETATPOTEWV.
ErutAéov, n mpooutén ZrO; oto CeO; BeATLwVEL Mepaltépw TIG mpoavadepBeioeg dlotnteg [7-9].

ZTnv mapouoa epyacia peAetdtal n enidpacn tou popea piktov oeldiov ACZ (60wt% Al,Os
- 40wt% CexZri1xO2-5) petapAnTr¢ ocloTaong we mpog to Aoyo Ce/Zr (x=0.25, 0.5 kat 0.75) t6c0 otn
SpaotikotnTa ofeidwong tou CO 600 koL otn Bepuikn) otabepotnta vavoowpatidiwy Ir mou
SlaomapObnkav en’ avtol, oto Bepuokpactakd supog 100-400 °C kot oe ocuvbnkeg nepiooslag O;
(mou edappolovral oe Stadopeg Siepyaoieg). Ot popeic ACZ mMapaoKEUATTNKAV AKOAOUBWVTAG TIG
HeB6doug tng ouykataBuBLONG KAl TNC USPOOEPULKAG, TIPOKELEVOU, EKTOC TWV AAAWV, va e€eTaoTel
n eniépaon tn¢ peBoOdou mapackeung Tou ¢opéa otnv anddoon tTwv KataAutwy. EmutAov, ol
DUOLKOXNHULKEC KAl SOULKEC LOLOTNTEG TWV GOPEWV KOL TWV OHOAOYWV KATAAUTWV afloAoynOnkav pe
51D OPEC TEXVIKEC, UE OTOXO TNV MANPECTEPN KATAVONOHN TNE CUOXETLONG TNG SOUAG TWV MAPATIAVW
UALKWV PE TN Spaoctikotnta Kot tn Oepuiky otabepotntd Toug, KaBwE Kal Twv (aLVOUEVWV
UOTEPNONG TIOU EUTTAEKOVTALL.

2. MEGOAOAOITIA

2.1 20vBeon popéwv ACZ & kataAvtwv Ir/ACZ

Ma t ouvBeon twv dopewv ACZ xpnowomnow)Bnke n pEBodog tng cuykataBuBiong (ACZ-P) kat n
LV6poBepuIkn HEBOSOC (ACZ-H). Kat otig U0 MepUMTWOELS Xpnolpomnolndnkav ta idta mpodpoua
ahata, Al(NOs)3-9H,0 (98%, Fluka), Ce(NOs)3-6H20 (99%, Sigma-Aldrich) kat ZrO(NOs),-xH20 (99%,
Sigma Aldrich), oe mMoootnTEC MPOUTOAOYIOUEVEG WOTE VO  TIOPACKEUAOTOUV ¢POpEic HE TNV
emBupntn ovotacn 60 wt% Al,O3 kat 40wt% Ce03-Zr0O,, To TeAeutalo HIKTO ofeiblo pe Sladopeg
poplakecg avadoyiec Ce/Zr (6nA. 0.25/0.75, 0.5/0.5 ko 0.75/0.25). H pebodocg tn¢ ouykatapubiong
(ACZ-P) meplypadetal Asmtopepws otnv avadopa [8] kal n udpobepuikny (ACZ-H) otnv avadopa
[9]. Meta TtV &npavon twv delypdtwy, tooo twv ACZ-P 6co kat twv ACZ-H, akoAoluBnoe nmupwan
Touc otoug 800° C otov agpa yla 2 wpec. H evamoBeon tou Ir otoug ACZ-P kat ACZ-H éywve pe T
HUEB0S0 ToU LYPOU EUTIOTIOMOU TwV popewv og udatikd StdAvpa IrCls (IrCls-xH20, 99.9%, Abcr), wote
va emtevyBel poption 1 wi% Ir. Ta epmotiopeva Setypata Enpavonkav otoug 110-C yia 12 wpeg Kat otn
ouvéxela umoPAnBnkav oe Swadkaoia avaywyng (25% H2/He, 400 °C, 3h) pe okomd tnv mANpPn
2
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amopakpuvon tou YAwpiou (tng mpodpounc évwong IrCl3) kat tnv amoduyr oXNUATIOHOU HEYAAWV
kKpuotoAArtwv Ir [5]. AkohouBwvtag tnv mapanavw pebodoloyia mapaokeudotnkav £€L KATAAUTEG
Ir/ACZ-(P 11 H). Mo AOyoug Tepattépw cUYKPLONG TIOPAOKEVAOTNKOV Kol KataAUtee 1wt%lr/AlOs-H kat
1wt%lr/AlO3-P akoAouBwvtag tig mpoavadepBeioeg pebodoug (Mivakag 1).

2.2 Nepapata KATAAUTIKAG EVEPYOTNTOG Kal Ogpikig otaBspdtnTag

H evepyotnta kal Bepuikn otabepotnta twv kataAutwy Ir/ACZ-P kat Ir/ACZ-H peletOnkav o€
xoAallako avAwtd avtdpaotipa (i.d. = 3 mm), cuvexoUg pong, oTabepr g KATAAUTIKAG KALVNG (Mcat
= 30 mg). H ocuotaon Tou aéplou piypatog g tpododociag ntav 1% CO, 5% O, o€ He, n mieon 1
bar, und cuvohwki pori Fr =160 cm3/min (8nAadri wGHSV=320,000 mL-gcar*-ht). H emdoyn twv
ouvOnkwv mepiooelag O, emAEXONKe AOyw TOU OTL TOAAEG Slepyacieg EAEYXOU EKTOUTIWY, TIX.
UNxavwv vtilel, lean-burn Kot KAUOTAPWVY OPUKTWV KAUGCLUWY, epapuolouv TETOLEG ouvOnkec. H
KATAAUTIKI) €VEPYOTNTO MEAETAONKE TOOO OE TPO-OVNYMEVOUG OCO0 Kal TPO-0&ELOWUEVOUG
KATAAUTEG 01O Beppokpaciako eupog 100-400 °C, o€ KVNTIKA TElpAATA e oTaBepr) cuoTAoN Kal
napoxn €wodou otov avtdpaotipa. H Swadlkaocla TNG MPo-ovaywyng TwV KOUTOAUTWV
npayuatonoldnke og pory 25% Ha/He (50 cm3/min) otoug 350 °C yia 0.5 h, evw n mpo-o€eibwon oe
porj 20% 0/He (50 cm3/min) otoug 400 °C ywa 1h. Ma tn Sepelivnon tng otabepotntag twv
vavoowpatdiwy Ir otoug dpopeic ACZ, mpaypatonotiBnkav dtadoxLka Melpapata in situ ynpovong,
Omou OAa ta umo peAétn Selypoata umoPAnBnkav otnv akoAouBdn Swadwkacia ynpavong: dvo
Sladoyika otadla oeidwaong otoug 600°C mou akoAouBnBnkav amd ala dvo Stadoxikd otadla
ofeidbwonc otoug 700°C, pe to kAOe otadlo ofeldwaong va dtapkei 2 h og por) 20% O2/He (40 ml/min).
Meta ano kabe empépoug otadlo ofeidwaong, oL KATaAUTeG umtoBAaAAovTav oe cUVTOUN avaywyn,
yia 0.5 h oe ponl 25% Hz/He (100 mL/min) kat otn ouvéxela akoAouBoUoe amotipnon TnNg
KATAAUTIKAG TOUG €evepyotntag oe pia otabepry Bepupokpaocia (T = 320 °C) kot ouvbnKeg
tpododociac aviidpwviwy rtdvta otadepéc (SnA. 1% CO, 5% 02, WGHSV=320,000 mL-gcat *-h?). Tt
NV avAaAuon Twv avitdpwvtwy Kal Poloviwy, xpnolponolndnke on-line aépla xpwpoatoypadia
(Shimadzu 14 B, TC detector, He ¢pépov agplo).

2.3 TEXVIKEG XAPOAKTNPLOKOU UALKWV

Ta Soulkd Xapaktnplotikd twv ¢opéwv ACZ kal Twv aviiotolwv KoataAvtwv 1wt% Ir/ACZ
npoaodloplotnkayv amno Tig L.oobepueg podnong-ekpddnaong N2 tou mpayuatonol}Onkav oe GUCKEUN
Nova 2200e Quantochrome. O mPOOSLOPOUOG TNG KPUOTOAAIKAG OSOUNG TwV  UALKWV
npayuatonolionke pe tn uEBodo okedaong aktivwv-X (XRD), og éva meplBAaocipetpo BrukerAXS D8
Advance. O oooTIKOG TPoodloplopog twv ddcewv ota delypata €ywve pe tn UEBodo Rietveld
XPNOLUOTIOLWVTAC TO AOYyLoULIKO BrukerAXS Topas (COD, Crystallography Open Database). Mepdpata
Uepuo-mpoypauuatilouevne avaywyne Ue udbpoyovo (Ha-TPR) kabwg kol Telpapota
LooBeppokpaclakng xnuelopodpnong udpoyovou (Hz-Chem) mpayuoatomouiOnkav o€ OUOKEUN
Quantachrome/ChemBet Pulsar TPR/TPD, €omAopévn pe daopatoypddo palog Omnistar/Pfeiffer
Vacuum. H mpoetolpacio Twv SElyHATWY TTPLV TNV TPAYLATOTIONoN TWV TEPAPATWY Hz-TPR kot Ha-
Chem., kaBwc¢ kat ot Stadikacieg urmtoAoylopol Twv SladhopwV XOPAKTNPLOTIKWY KAl TIOPAUETPWV
€ylvav Je TPOTIO OLOLO Kal apa Uimopouv va avalntnbouv otnv avadopad [6].

3. ANOTEAEZMATA & XYZHTHZH

3.1 AntoteAéopata XopaKtnpLopouL twv ACZ ko Ir/ACZ

Ytov Mivaka 1 moapouctalovtal GUVOTTIKA Ta SOULKA XOPAKTNPLOTIKA Twv dopéwv ACZ Kal Twv
avtiotolywv KatoAuvtwy Ir/AZC. IUpdwva pe Ta anoteAéopata, Tooo ot ¢popeic ACZ 600 Kot ol
KataAUteg Ir/ACZ mou mopackevdotnkav pe tnv udpoBepuikn péBodo (H) epdavilouv oxetika
peyaAUtepn oAwkr emidaveta (ard 149 éwg 172 m?/g yio toug ACZ-H ka 157 éwe 216 m?/g yia Toug
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Ir/ACZ-H) OUYKPLTIKA HE TOUC avtioTtolyoug $opeic Kal KOTAAUTEG TIOU TIAPOOKEUACTNKOV UE TN
HEBoSo tn¢ ouykataBuBong (ard 102 éwg 115 m?/g yio toug ACZ-P kat 100 €wg 134 m?/g yla toug
Ir/ACZ-P). 20pudwva pe tnv avadopd [10] £xel Bpebel 6t n avénon tng meplektikotnTag os Ce,
BeATLWVEL TIPOOSEVUTIKA TIG TLUEG TNCG OALKAG emidpAVELOG, WOTOCO OTNV Tapoloa E€Pyoocia oL
HETABOAEG WG TIPOG TNV OALKN ETLDAVELA TTOU TtapaTnPRONKav amo tnv avénon tng MEPLEKTLKOTNTAG
o€ Ce, amd 0.25 wg 0.75 Atav apeANTEEG. ZTOUG KATAAUTEG, N TpoodnkKn Ir mpokaAel avgnon tng
erudavelag kat ot Vo opadeg UAkwy ACZ ,iBavwy Adyw tg uPnAng dtaomopdg Tou, f/Kat tng
HEPLKAG SOUIKNC avadlataéng Twv GopEwV KATA TO OTASLO TOU EUMOTIOUOU. Ta AMOTEAECUOTO TWV
HeTpoewv Hy-Chem., £6el€av 0tL n Slaomopd Tou Ir kKupavenke og uPnAd entineda, anod 66% PEXPL
kat 81% (Mivakag 1), evw ot TpéEG Slaomopdg ntav eAadpw KaAutepeg otoug ¢dopeic ACZ-P
(Mivakag 1). Ta avtiotowya pey€On Twv KpuoTaAAltwy Ir kupaivovtav ano 0.9 w¢ 1.1 nm. Zoudwva
HE TA OMOTEAEOUATA TwV Mepapdtwy Hy-TPR, ol Tipwég OSC Twv KOTOAUTWY Kupaivovtav omo
nepimou 245 - 305 pmol 0O3/gcat. Ocov adopd auth tv 8LOTNTA, OL KATAAUTEC TOU
TIOPOOKEVAOTNKOV HE TNV LUOpoBepukn pEBodo ntav ehadpws avwrtepol. Afilel emiong va
onUewBel OtL oL kopudEg TPR TOU QvTLOTOLXOUV OTO CWHATIOW Ir ATav €upUTEPEC Kal
HETATOTILOMEVEC O€ eEAadpwG uPNAOTEpPeG Beppokpacieg otoug kataAuteg Ir/ACZ-H og cUykplon Ue
TLG avtioTolyeg KOPUDEC TwV KataAutwy Ir/ACZ-P, umodnAwvovtag pa .oxupotepn aAAnAenidpaon
HETAEL Ir Kal popéa.

Mivakoag 1: AoULKd, LOPPOAOYIKA YUPOUKTNPLOTIKA KAL QUOLKOXNIULKEG LOLOTNTEC TWV WKTWV oéeldiwv ACZ kol Twv
ouoloywyv kataAutwv 1wt% Ir/ACZ

) OAKOG OYKOG TOpWV Méon SLapeTpog nopwv Awaonopd Ir
KataAUtng Ce/Zr Seer (M2/g) (cm?/g) (nm) (%)*
®Dopéag  KatraAuvtng ®Dopéag KataAvtng Dopéag KataAtng KataAvtng

Ir /Al,03-H? - 200 230 0.858 0.861 17.1 15.0 -
Ir/ACZ-H1®  0.25/0.75 154 216 0.694 0.639 18.1 11.8 66
Ir/ACZ-H2? 0.5/0.5 172 184 0.532 0.476 12.4 10.4 66
Ir/ACZrH32 0.72/0.25 149 157 0.791 0.674 21.3 17.2 70
Ir/Al,03-P® - 164 160 0.626 0.592 15.3 14.8 -
Ir/ACZr-P1*  0.25/0.75 113 134 0.257 0.289 9.14 8.59 70
Ir/ACZ-P2b 0.5/0.5 102 100 0.235 0.256 9.25 10.2 81
Ir/ACZr-P3*  0.72/0.25 115 125 0.231 0.232 8.01 7.41 70

* YroAoyiotnke ammo ta MEPAUATA LOOTEPUOKPATLAKIC XNUELOPOPNONG ubpoyovou (H,-Chem)
8 KataAUTeC Twv omoiwv oL GopEeic MapacKeVATTNKAV e THY UEPOBEPLLKY HEBOSO.
b KataAUTEG TwV oTtoiwv oL Gpopeic mapackevdotnkay pe Th pEBoSo TN ouykataBuBLoNG.

Amo ta amoteAéopata XRD (Zxnua 1) damotwbnke o oxnUATIONOg otepeol StaAvpatog (solid
solution) Ce-Zr pe ¢daon kuPikou ¢Bopitn. EmumAéov, SlamotwOBNKE 0 OXNUATIOMOC TNG KUPLOG
KPUOTAAAKNC Soung CeosZros0z, o OAa ta Seiypata ACZ, pe to HEyeO0C TwWV KPUOTOAALTWY va
Kupalvetal and 8.5 €wg 12.6 nm, evw aviyvelutnkav kot ofeibla CeOz kal ZrO; O£ ONUOVTLKA
XAUNAOTEPEG TEPLEKTIKOTNTEG. JUUPwWvA PE TNV uTtapyxouoa PBiBAloypadia, kabBwe avéavetal n
TIEPLEKTIKOTNTA O€E ZrO7, mapatnpeital pio EAadpd LETATOMLON TWV KOpUPWV 0 HEYAAUTEPN Ywvia
20 [11]. H mapatipnon auth emiBefaiwbdnke kat ota XRD amoteAéopata Twv KOUTOAUTWY TNG
mapovoag epyaciog, Kabwe, evw n BewpnTikA TLN Tou HKToU ofeldiou CepsZros0; ival 20 = 28.9°,
SlamotwOnKe PETATOTILON TNG KOPUDNG 08 ywvieg petalL 28.5° (Ce03) <26 <30.3°(Zr0O;) avaioya
LE TNV MEPLEKTLIKOTNTA TOU Selypatog o Zr. EmutAéov, cuykpivovtag Tig SUo uebodoug mapaokeUng,
v udpoBepuik Kol eKelvn TNG ouykataBubiong, oL KopudEG Twv  SElYHATWV TIOU
TIAPACKEVAOTNKAY ME TNV Tpwtn MEBodo ntav 1o €vtoveg umodnAwvovtag KaAUTePN
kpuoTaAAwotnta [12]. TEAOG, OTwG avapevotay, Sev aviyvelTnKav KOpudEG TOU VO AVTLOTOLXOUV
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oe GAoELS Ir, AOyw TOU HIKPOU HEYEBOUG TwV owHATISlWY Tou, OmMwc eniBeBalwdBnKe Kal amo ta
OTOTEAEOOTA TWV TELPAUATWY Ha-Chem.
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xnua 1: XRD patterns twv kataAutwv Ir/ACZ-H (a) kot Ir/ACZ-P (b).

3.2 KataAutikn andédoon kat ctabepotnta Twv KataAvtwv Ir/ACZ

310 Ixnua 2 ameikovilovtal ta daypappata évavonc (light-off) twv katalvtwv Ir/ACZ-H (Ixnua
2a) kat Ir/ACZ-P (3xAua 2b) umo otabepn tpododooia otov avtidpaotipa. Onwg ¢aivetal ota
Ixnuata 2a, b kot ¢, alka kot otov MMivaka 2, ol Mpo-avnyUEVOL KATAAUTEG €lval o€ OAEG TIG
TIEPUTTWOELC TILO §paoTikol amod toug mpo-ofeldwpévoug, urtodelkvuovtag OTL N UeTaAALK pdaon
Tou tou pidiov (Ir° eival o evepyr amo tnv ofeldwpévn tou (Ir02) otnv KATaAuTIKY ofeidwon tou
CO. Eival emiong gpdavég otL ol kKataAuteg Ir/ACZ-H elval o Spaotikol armd Toug avtioTtoLyoug
Ir/ACZ-P, 6€50€VOU OTL TO SLOYPAUUATO EVOUONE TWV TTPWTWV E(VOL LETATOTIOUEVA EWC Kal ~40°C
XaUNAOTEPEG BEpUOKPATIEG OTNV TIEPITTTWON TWV MPO-AVNYUEVWY KATAAUTWVY Kol £wg ~10°C otnv
TEPLMTWON TWV MPO-0EEOWHEVWVY KaTaAUTWY (ZxAua 2a kat b, Nivakag 2). EmutAéov, amno to IxAua
2a Kot ¢ Ko tov MNivaka 2 mpokUTTeL OtL n KaAUtepn anodoon napatnpeital otov kataAutng Ir/ACZ-
H1 pe avaloyia Ce/Zr = 0.25/0.75, 6T0 6UVOAO TWV £EL KOTAAUTWY TtOU HEAETAONKAV.

210 ZxNnua 3 (a kat b) anetkovidovral ot kUKAoL évauong (light-off & light out) Twv mpo-avnypévwy
KatoAutwv Ir/ACZ-H kat Ir/ACZ-P, avtiotolxa, o€ ocUYKPLON KaL LE TOUG AVTLOTOLXOUG KATAAUTEG 1%
Ir/Al;,03-H kat 1% Ir/Al,03-P. Onwg daivetal oto ZxAua, Kabwg to cuoTNUA LeTaPaivel amo XaUnAEg
oe vPnAotepeg Bepuokpaocieg (light-off) kal otn cuvéxela emotpédel maAL oe xapnAég (light-out)
napatnpeital éva dawvopevo deflootpodng votépnong. H ocuunepidpopd auth, yvwoty otnv
etepoyevn Katdluon wg “limit cycle” [13] oxetiletal kuplwg pe TNV evepyn ¢aon tou Ir. Kabwg o
KataAlTng Bploketal og mpo-avnyuévn katdotaon, n HeEToAAky ¢don Ir%, n omoia eival mo
Spaotiki otnv avtibpaon, odnyel oe kaAUtepeg petatpormneg CO. Qotooo, o UPNAEC Bepuokpaoieg,
KaBwg mpooeyyiletal n kataotaon MARpoug petatponng Tou CO, o kataAutng Pploketal mAéov
QVTIHETWITOC HE KaBapd ofeldwTikd mepBarlov. Yo auTég Tig cuvOnkeg, to O mou PBploketal oe
neplooela oeldwvel ta vavoowpatidia Ir oe Ir0,, pHe AMOTEAECUA VA TTOPATNPELTAL PELWHEVN
KATAAUTIKN §paoTIKOTNTA KATA TNV €MLOTPOdN TOU CUOTHUATOG OTLS XaunAég Bepuokpaocieg (light-
out). Q¢ mpog tnVv cuumepLdopd TG VOTEPNONG, ETiong evlladEpouoa eival n mapatipnon mou
oxetiletal pe ™ pEBodo ocuvBeong Twv popéwv (Mivakag 2): ol kataAlteg Ir/ACZ-P mapouaotdlouv
UKPOTEPO TAATOG BPOXOU UCTEPNONG CUYKPLTIKA pE Toug Ir/ACZ-H, kal pdAota mapatnpeital
otadlakn pelwon Tou, 600 AUEAVETOL N TEPLEKTIKOTNTA TOU KATAAUTN ot Zr. MNpodavwe edw
5



13° NaveAAfjvio Emotnpoviko SuvéSpLo XnutkAg MnXavikig Natpa, 2-4 louviou 2022

UTtELOEpXOVTOL EMLOPAOELC LETAANOU-POpPEQ OTNV 0EEOWTLIKN KaTaotacon tou Iptdiou. To palvopevo
Sev elval MANPWE KATAVONTO KAl XPELATOVTAL TTIOLO EEELOIKEU UEVEC TIELPOLLOTIKEC TIAPOTN P OELS TOGO
KLVNTIKEG 000 Kol POCUATOOKOTIKEG YLOL TNV aoPaAr EpUNVELA TOU.
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Sxnua 2: Metatportry tou CO ouvapthoel ¢ depuokpacioc otouc kataAutec Ir/ACZ-H (a) kot Ir/ACZ-P (b) xat

OUYKPLTLKO Staypauua tne Gepuokpaoias evavong (Tso) mpo-avnyUEVWY Kal TTPo-0EELOWUEVWY KATAAUTWY KaL yLo TIC

OUO TEPIMTWOELS TTapaokeunc (c). Mewpauatikeéc ouvdrkee: 1% CO, 5% 0O oe He, wGHSV=320,000 mLl/gcath.

(KukAot:Ir/Al:03-Ceo.25Zr0.75, Tplywva: Ir/Al203-Ceo.sZro.s, aotépia: Ir/Al203-Ceo.752ro.25. lepdta ouuBola: mpo-avnyuevol,
avoiyta ouuBola: mpo-oéelbwuévol KATAAUTEG).

TéNocg, pHeAeTAONKe n otaBepdTnNTa TNC KATOAUTIKAC CUMIEPLPOPAC Twv KataAutwy Ir/ACZ-P kat
Ir/ACZ-H petd amd €kBeonp toug ot Sladoxkd otdadla ofsldwTkNG OsplknG ynpovong
(ouykekplpéva: 1° otadilo: 600 °C yia 2 h, 2° otadio: 600 °C 2 h, 3° gtadio: 700 °C 2 h, 4° otadio:
700 °C 2 h, mavta og ponl 20% O / He). Onwc ¢aivetal oto IxAua 4, dAoL ol KATaAUTEG ATav
dlaitepa otabepol. Eival yvwoto OtL og TEToleG oUVONKEC Ta cwpatidia Ir €xouv uPnAr Tadon upo-

OUCOWMATWONG KoL Ba avapevotav AoylKA Hla oTadlokn amwAsld TG SpaoTIKOTNTOC TWV
KATAAUTWV.
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Zxnua 3: Bpoyot uatépnong tng puetatpornrg tou CO w¢ mpog tnv avénon-eAdttwon tn¢ depuokpaciac (KUKAog Evauaong,
light-off kat light-out) otou¢ mpo-avnyuévou¢ katadutec Ir/ACZ-H (a) kat Ir/ACZ-P (b). Mepauatikéc ouvOrkeg: 1% CO,
5% 02 og He, wGHSV=320,000 mL/gcath. (Suvexeic ypauuéc: light-off, Atakekouueveg ypauueg: light-out).

Mivakag 2: Tign, Tex, Tso KOl TAQTOC TG UCTEPNONG OE TTPO-AVNYUEVOUC KATAAUTECG Ir/ACZ-P/H (tar aptSuntika SeSoueva
Bagoifovral oto Sxnua 3)

Ir -Al;03-H 197 205 256 278 22
Ir-ACZ-H1 144 204 207 273 66
Ir-ACZ-H2 175 217 245 282 37
Ir-ACZrH3 ~155 220 236 296 60
Ir-Al,03-P © 159 208 217 275 58
Ir-ACZr-P1 169 222 245 275 30
Ir-ACZ-P2 165 203 264 298 34
Ir-ACZr-P3 191 203 255 295 40

a Ty eivat n Oepuokpacia avagleéng (ignition) ue 3% uetatponrj CO.
b Tex €ivat n 9epuokpaocia oBnaoiuaroc (extinction) o 3% CO petatpornr.
C Tso eivat n Oepuokpaoio oe 50% petatpomnrj tou CO.

Qotooo, auto dev daivetal va cupBaivel, yeyovog oUudwvo pe pododateg HEAETEC pog [5,6] ou
avédeléav OTL UNXOVIOUOL OVTL-TIUPOCUCOWHATWONG UTIOKLVOUREVOL oo OAANAETILOPACELG TWV
KATAAUTIKWV owpatdiwv pe ¢popeic mou xapaktnpilovral amo vPnAég tipég OSC (onwg ot popeic
ACZ nou xpnotuomnoleital otnv napouvoa epyacia) mpoodidouv ota cwpatidia uPnAn avtiotaon os
dawvopeva cuoowpdaTwong. OLkataAUTeg Ir/ACZ-H BpéBnkav va sival s€alpeTikd otabepoi, vw ot
KataAUTeG Ir/ACZ-P tav eAadppwc LOVO KATWTEPOL.
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Zxnua 4: Metatporn tou CO ouvaptrioel Tou xpovou g€ T =320 °C UeTa aro SLadOXIKEG OEELOWTIKEG TEPULKES YNPAVOELG
otoug 600 °C kat 700 °C, twv kataAutwv Ir/ACZ-P (a) kat Ir/ACZ-H (b). Aowunéc ouvOrkeg onwg oto oxrua 3. (KukAot:
Ir/ACZ-H1 & Ir/ACZ-P1 (6nA. Ce/Zr= 0.25/0.75), tpiywva: Ir/Al;03-Ceo.sZros, aotépia: Ir/Al;03-Ceo.752ro.25).

4. 2YMMNEPAZMATA

Ou kataAUtec Ir/ACZ mou mopookevdotnkav pe udpoBepuikn péBodo Atav mo dpaoctikoi otnv
avtibpaon oeidbwong CO og oLYKPLON LE TOUC AVTIOTOLXOUC KOTOAUTEC TTOU TTOPACKEUACTNKAV LLE
™ péEBodo tn¢ ouykataBuBiong. H uPnAotepn alAnAenidpaon tTwv cwuatidiwv Ir pe tov dopéa
elval mBavotata n mpoéAeuon aUTAG TG uTtepoxns. Ooov adopd tn cuvBeon tou KAataAutn, o
kataAutng Ir/ACZ-H1 pe avaloyia Ce/Zr 0.25/0.75 ftav o kaAutepog os anddoon ofsibwaong CO. Ot
TPO-QVNYUEVOL KOTOAUTEC NTOV ONUOVIIKA TIlo OpaoTikol amd Toug TPo-0EElOWUEVOUC,
urtoSetkviovtag OtL 0 PeETaAAKA ddon I évavtt tng ofeldwuévne ddong Ir02 sival n BéAtiotn
evepyog ¢aon otnv avtibpaon ofeibwong tou CO. Mapatnpnbnkav emiong ¢awvopeva
(6e€L60TPOdNC) LOTEPNONG OTOUC TPO-aVNyUEVOUC KataAUTeC Ir/ACZ-P kat Ir/ACZ-H, pe toucg Ir/ACZ-
P va mapouaotdlouv HKPOTEPO TTAATOC UoTEPNONG. TéAog, dlamotwOnke otL ol uPnAég Tipweg OSC
Twv Popéwv ACZ, €xouv mpoodwoel ota vavoowpotidia Ir  €falpeTikég 1OLOTNTEC OvTL-
OUCOWUATWONG, KE Toug Kataluteg Ir/ACZ-H va napouolalouy e€alpetikn Oepuikn otabepotnta.

EYXAPIZTIEZ: H epyaocia uvAomowibnke ota mAaiola tng Apaong EOBvikng EpPédelag «Awpepng & MoAupepng E&T
Juvepyaoia EANGSag-Kivag» kat ouyxpnuatodotnBnke amd tnv Eupwmnaiky Evwon kot amd €6vikolg mopoug,

o i eldlkotepa amno to Eupwnaikd Tapeio MNepibepetakng Avamtuéng
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