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NAPATQIrH YAPOroONoOyY KAl MEAETH AOMQN ANOPAKA 2THN ANTIAPAZH THZ ATMO
ANAMOPODOQ3IHZ THZ FANYKEPOAHZ NAPOYZIA KATAAYTQN NIKEAIOY ZTHPIZOMENOY?Z ZE
®OPEA Al,03 KAI La;03-Al,03
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NEPINHWH

ITnv mapoloa epyacia, MPAYUATONOWONKE CUYKPLTIK UEAETN KatoaAutwyv Ni otnpldpevwy oe
dopeic tpomonoinuévng Al,0s pe La203 kat pn tpomomnotnpuévng Al,Os otnv avtidpaon tg atuo-
avapopdwaong tg YAukepoAng (GSR). Ot dopeig kal ot kataAUTeg xapaktnpiotnkav pue PZC, BET,
ICP, XRD, NH3-TPD, CO,-TPD, TPR kat SEM. O evamotiBéuevog avBpakag otnv enupavela Twv
KaTaAuTwyv Yapoktnpiotnke pe SEM, TPO kat Raman. H mapoucia tou La;03 SleukoAUvel Tn
Slaomopd tNG evepyol ¢aong, evioxLeL T aAAnAerudpaocelg petaly twv €dwv Ni Kol tou
uTtooTpwWHATog, auvfavel to TMANB0C Twv Baokwv Béoswv, odnyel o avakatavoun Twv 6wV
Béoswv koL Tpoodidel PeAtwpévn amdédoon ywo TNV avtibpaon GSR, 6oov adopd Tn
SpacTtikoTnTa, TN Mapaywyn Ha katl tn pakpoxpovia otabepotnta.

EIZATQrH

H avénon tng mapaywyng kat xpriong tou BlovtileA Adyw tng avaykng Heiwong Tou avBpakikol
OQTOTUTIWHATOG OTOUG TOUEIC TWV PETAPOPWV KAl TNG EVEPYELOG EXEL 0ONYNOEL OTNV KATAKOPUDN
avénon Twv MAPAYOUEVWY TTOCOTATWY aKOTEPYAOoTNG YAUKEPOANG (100g sAaiou mapdyouv 10g
yAukepoAn) M. Koatd ouvémewa, n aonoinon tng eivar meptBarloviikd emtaktiky. H 1o
evéladépouaoa mpOTACN TIOU TPOCEAKUEL TA TEAEUTALN XPOVLO TNV ETILOTNHOVLKH KOWVOTNTA £lval n
avtidpacon ¢ atpo-avapopdwaonc YAUKeEPOANG (GSR) yia tnv mapaywyr udpoyovou (Hz) i/kot
agpiouv ouvOeong (H2/CO), kabwc eivat Beppoduvaptkd epiktn, £xet avénuévn anodoaon o H; (ya
kKaBe mol yAukepoAng Bswpntikd mopdyovtal €w¢ kat 7 mol Hz) kat AapBavel ywpa o€
atpoodatpky mieon [ ISwaitepo evdiadépov mapoucldlouv Ta  KATAAUTIKA GUGTAMATA
Baolopéva oe vikéAo (Ni), kaBwg €xouv XxapnAod kootog, udnAn Swabsocwdtnta kat vdnAn
arnodoon eldkoTEpa OTAV KAVOTOLELTAL N amaitnon t¢ vPnAng daomopdg UETAAAOU oTnv
emudpdvela tou dopéa Bl Itnv mapoloa epyoacia pEAETABNKE N KATAAUTIKH EVEPYOTNTQ
TIPOKELUEVOU va OlepeuvnBel n emidpaon tng Bepuokpaciag avtidpaong otnv: (i) ouvoAikn
HeTaTponn TG YAUKEPOANG, (ii) petatpormr Tng YAUKEPOANG og aépLa mpoiovta, (iii) EKAEKTIKOTNTA
kal anodoon oe H,. EmutpocBeta, n otabepdtnta TwV KATAAUTIKWY CUCTNHATWY HEAETAONKE
HEOW TIELPAUATWY HaKpOXpOVLaG SLAPKELAC.

MEIPAMATIKO MEPOZ

Nopaokeur KOTOHAUTWY & XOPAKTNPLOHOG KATAAUTWV

MNapaokevdotnkav KataAuteg Ni otnplldpevol o mupwpévou (800°C yia 4hr) dopeig y-Al,03 kalt
La203-Al,03 (mteplektikotnTag 4% K.B. Lax03). Ot pUOIKOXNMLKEG LOLOTNTEG TWV UTTOOTPWHATWY TIOU
xpnotpornowdnkav oe auth tn HeEAETn éxouv dn mapouclactel oe mponyoUpevn epyacia . Ta
Selypoto mMapAOKEVAOTNKOV HE TNV TEXVIKN TOU Uypol eumotiopol xpnotpomolwvtag Ni(NOs);
6H.0 wg vdatiko StdAupa, pe okomd tn ANPn KataAutwv pe 8% k.B. o€ Ni. ZTtn ouVéXela, T
Selypata EnpavOnkav ywa 12hr kat mtupwOnkav otoug 800°C yia 4hr (avadépovtal wg MUPWHEVOL
KATaAUTEG) Kal ol KATaAUTEG Tou evepyormolBnkav yia 1hr otoug 800°C pe pon Hz avadépovtal
w¢ avnyuévol. Ta deiypata Ba avaypadovrtal ede€rnc wg Ni/Al kat Ni/LaAl.
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Nelpdpora KATAAUTIKHG SoKLuaoiog

H avtiépaon GSR mpaypatomnolfnke o atoodalplki TIECN O AVTIOPACTHPA CUVEXOUG PONG,
otaBeponolnuévng KALlvng Kal og Beppokpactako eUpog and 400 €wg 750°C umo por) PeLUATOC
tpododooiag 73% H20, 4% C3HsOs3, 23% He yia poplakd Aoyo 20:1 (mpwtokoAlo #1) kat 63% H.0,
7% C3HsOs3, 30% He yia poplakd Adyo 9:1 (mpwtdkoMo #2), WHSV=50,000 mlgth? kot pala
kataAutn 200 mg. Mpwv TNV avtibpaon mpaypatononke in-situ evepyomnoinon tou KataAutn yla
1hr otoug 800°C umo por Ha. AkoAouBnoe peiwon tng Bepuokpaciag, mapapovr otoug 750°C umno
pon He yta 45min Kal eLoaywyr Tou agplou/uypol HElyHOTOG Kol Helwan TnG Beppokpaciog oToug
400°C pe kataypoodn petprioewv ava 50min. H idla dtadikaoia akoAouBrOnke kol ota melpapata
Hakpoxpoviag Siapketag 20hr, pe ™ Stadopd OtL n Bepuokpacia pewwdnke otoug 600°C Kal ot
UETPOoEL; EAndOnoav kaBe 1hr yia ta aépla mpoidvta kal kaBe 4hr ya ta uypd mpoiovra.

ANOTEAEZMATA KAI 2YZHTHZH

AmnoteAéopata XOPOKTNPLONWY

Ztov MNivaka 1 mapouctalovtal Ta AMOTEAECUATO TNE LETPNONG TNG ELSIKNAC EMLPAVELOG, TOU OYKOU
MOPWV Kal TG GOPTIONG 0 PETAAAO TWV OVNYUEVWVY KaTaAUTwy. Mapatnpeital OtL oL avnyuévol
kataAuteg Ni/Al kat Ni/LaAl mapouaotdlouv mapopota ¢poption o€ Ni Kot GUYKPIOLUES TIHEC ELOLIKAG
erupavelog (136 kat 126 m?g?, nelpapatikd opdApa + 0.14 m?g?) kat péong Stopétpou mépwv
(20.1 kot 21.1 nm), wotéco o Ni/LaAl £€xet vPnAdtepo Oyko moOpwv. EmumpocBeta, o
TPOTOTOLNUEVOC KATAAUTNG MapouoLalel onpavtika unAdotepn dtaomopad tng Spaoctikng paong.

Mivakag 1. QuatlKoxNULKES LOLOTNTES TWV AVNYUEVWY SELYUATWV.

Ni ‘Oykog népwv Méan Awaomopa Ni°
KataAOteg SSA (m%g?) v C3 _1p SidpeTpog Ni° (nm)? F;
(% x.B.) (ecmg?) . (%)
népwv (nm)
Ni/Al 7.14 136 0.32 20.1 16.8 3.9
Ni/LaAl 7.79 126 0.43 21.1 21.1 9.1
Inueiwon:

a AfloAoyeital anod tnv avaluon Scherrer Twv eupnudtwy tou XRD
b YrioAoyiotnke pe tn uéBodo Vannice

AT TIG KAUTUAEG TTOTEVOLOUETPLKWY TITAoSoThoewy, N T PZC ywa tnv Al,O3 untoAoyiotnke = 6.8,
evw yla tov ¢opéa LaAl = 10.0, umobelkviovtag auvénuévn Baotkotnta. Amo TG LoOBEpUOUG
npoopodnon — ekpodnon Nz (2x. 1), cupmepaivetal OtTL oL KATaAUTEG epdavilouv UIKPOTEPN
npoopodnon o XAUNAEG TIECELG Kal HeyaAUTEPN o€ UPNAOTEPEG. ATTO TIG KAUTTUAEG KATAVOUNG
pey€Bouc mopwyv, mapatnpeitat ot yia tov Ni/Al n mMAeovotnta Twv MOpwV Bploketal oto PECo
€Upog, evw yla tov Ni/LaAl kupiwg oto HECo €UPOC, OV KOl UTTAPXOUV KAl LOKPO-TIOPOL.

0.10 0.10

Ni/AI L o Ni/LaAl oo
_ l &) i
9 E Lo E lr,m‘
"E 0084 %3‘”' § 008 s | &
g l| 1 F ? ooy ¥
2 e : ™| f

- L 3 f

5 0.08 B 3 0.06 h=o 8 2004 /
° 3 > T ] 4
> £ g £ moi‘
S 0044 |® g e < 004 S hosssmanasars
& \ o = 0 - |
o e Z 6o 83 04 68 0% A8
‘f! - 0.0 0. 04 8 (R} 1.0) S -
8 ooz |} . E 002
E 5 /
9 I . 2 \
g2 _H“"“Hl—-—.___,__‘_‘_‘_
£ 000 - 0.00 s

o] 2‘5 5’0 Tlﬁ 160 1£5 15‘0‘1?:'5 260 255 2%0 275 0 2‘5 Sb 7’5 160 155 1f‘)0 1%5 260 255 250 275
Pore size (nm) Pore size (nm)

Zxnua 1. Mpoopopnan — Ekpopnaon Nz kat katavour) peyédouc mopwv twv avnyuévwy kataAutwv Ni/Al kot

Ni/LaAl.

210 ZX. 2 mapouaotdalovial ta ¢pdcpata XRD Twv MUPpWHEVWV KAl AVNYHEVWVY KATAAUTWY, KABwG Kot
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TWV TIUPWHEVWV Popewv. Apxika, yia Tov Ni/Al aviyveltnkav ot KpuoTaAAKEG dAoEeLg TG V-Al20s3
kat Tou NiAl,Os. NapatnpnBnkav aAAayEG LETOED TUPWHEVNG KOL OVNYUEVNC KATAOTOONG, OTIWE N
ueiwon twv kopudwv tng Al,03 kat tou NiAl,O4 kat n epdadvion tng petoMikig daong Nil. Télog
yta tov Ni/Al ev avixvelBnke n kpuotaAAwkn ¢aon NiO.
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Sxnua 2. @acuata XRD (a) Al kaw NifAl, (b) LaAl kar  Sxnua 3. Ataypdauuata (a) CO-TPD kat (b)NHs-TPD
Ni/LaAl. twv kataAutwv Ni/Al kat Ni/LaAl.
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Ao 1o 2x. 3(a) mapatnpeitatl ot o Ni/Al mapouctdlel U0 kopudEg ekpodnang CO2 otoug 100 Kat
350°C, oL omoieg ouvdéovtal Ue TNV Tapoucia Bacikwv Bécewv aocBevoug kat péong Loxvog,
avtiotolya. AvtiBeta, o Ni/LaAl €deile tpelg kopudég ekpodnong COz, HE TNV TMPWTN va
ETUKEVTPWVETAL O€ XapnAdtepn Bepuokpaocia (180°C), n deutepn kopudn otoug 345°C kat n Tpitn
kopudn oxedov otoug 620°C. Autég oL kKopudég pmopouv va amodoBoulv oe Paclkég BEoelg
XaunAng, néong/uPnAng oxvog kat otn Bepuikn anocuvBeon lanthana-carbonates, avtiotowya.
Ao to 2y. 3(b) mapatnpeitat 6tL o Ni/Al kupLapxeital anod Tpelg mepLoxEg ekpodnaong otoug 170°C,
300-600°C kat mavw amnod toug 600°C, ot omoieg oxetilovtal pe acBevAG KAl LECALEG/LOXUPEC OELVEG
B€oelg, kabwg kat mBavn avtidbpaon tng mpoopodnuévng NHs mpog tov oxnuatiopd NOy. Ma tov
Ni/LaAl, mapatnpeltal HeETATOMION TNG KOPUDIC TTOU AVTLOTOLXEL OTIC aoBevn ¢ 6ELveg BETELG.
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xynua 4. Oaouata TPR twv IXAMA 5. (a), (b) nupwuévol kataAuteg N//AI kat Ni/LaAl — Etkoveg SEM
kataAutwv Ni/Al kaw Ni/LaAl. kot EDS kat (c), (d) Xpnowomownuévor katadvteg Ni/Al kot Ni/LaAl
(mpwtokoAdo #2) — Eikoveg SEM kalt yaptoypapnon avipaka.

H pelétn tng avaywynoludtnTag TwWV KATAAUTIKWY OCUCTNUATWY TPAYUATOTONONKE HEOW
nelpapdtwy TPR (2x. 4). Ocov adopd tov Ni/Al mapatnpeital kopudn o€ xaunAn Bepuokpacia (a-
kopudn, 398°C), n omoia amodidetal otnv avaywyr tou NiO kal pia eupeia kopudrn mou
avtiotolketl otnv avaywyn tou NiAl,03 (B-kopudn kat y-kopudn, 625 kat 719°C), untodeikviovtag
toxup aAAnAeniSpoon petafd twv 8wv Ni kal ahoupivag Bl AvtiBeta, o Ni/LaAl mapouciace
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gupeia kopudn mepinou otoug 830°C, pe TG KopudEC y-I kat y-Il va Bplokovtal otoug 752 Kal
845°C, avtiotola. To Zx. 5(a) mapouoialovrat ewkoveg SEM tou kataAutn Ni/Al mpwv tn xpron
(mupwpévo Selypa). Onwg pmopel va mapatnpnBel o kataAlTng elval pn opolopopdng
nopdoAoyiag kal mepAapBAvVEL CUCCWHATWHATO, KABWCE Kal pikpoowuatidla Kot vavoowpatidLa.
H ewova ywa tov kataAutn Ni/LaAl eivat mapopola pe auvty tou Selypatog Ni/Al, kabwg
nepAappavel cuoowpatwpata, oANA emiong meplhapPdavel kot ocwpatidla pe peyéBn mou
UIopouV va PeTpnBouv o nm.

Enidpaon evepyou dpdong

KataAvtikn paotikotnta — otadepotnta
210 X). 6 mapatnpeital otL yia to Ni/Al n Xcansos Kupaivetal and 85% (400°C) €wg 94% (750°C). H
Al,O3 mapouotalel tnv 6la t@on, Pe TG THEG va elval 10-15% xapnAotepeg ylia OAo TO
Bepuokpactakd eVpog. Emumpoobeta, n Xcsnsos paivetal oxedov otabepr) tooo yla tn LaAl 6co kat
yta to Ni/LaAl (90%) yiwa 6o to €Upog Twv Oeppokpaciwyv. H oxedov mMARPNC UETATPOTH TNC
YAUKEPOANG OO TO TELPAUATIKA amoteAéopata, eival oOupwvn HE TIC OepUOSUVAULKEG
npoBAéPeLc BB Ooov adopd tv Xcsnsos o€ aépla mpoidvta, o Ni/LaAl epdaviletal mo §pacTikog
arnd tov Ni/Al. Zto 2x. 7 napatnpeital 6t n mapaywyr Ha tou Ni/LaAl eivat upnAdtepn anod tov
Ni/Al (10-15%). Navw amo toug 600°C, o Ni/LaAl mpooeyyilel Tn péylotn Yuz Tou ipoPAEMETaL Ao
™ Beppoduvapikn, umodelkviovtag OtL N avénon tng Bepuokpaciag suvoel tn dldomacn Tou
S6eopol C-C, mou Ba pmopoloe va evioxuBel amod tnv evepyd GACN TWV KOTOAUTWV 1 amd tnhv
KOTAVAAWON TwWV 0EUYOVWUEVWY LUSPOYOVAVOPAKWY TIOU TIPAYUATONOLE(TOL HE TNV av&non g
Bepuokpaociac . Ocov adopd TtV Scha, TAVW amod Toug 600°C avédvetal yia toug Gopeic, woTdoo
HE ULKPOTEPN avénaon yia tov LaAl. TéEAog, o Adyog Hz/CO aufavetal pe av€non tng Beppokpaciog
Kal yla toug SUo KataAuteg, wotoco o Ni/LaAl mapouaotdlel TI¢ HeEYAAUTEPES TIUEG, ELOLKA YLOL TIG
vPnAodtepeg Beppokpaoieg (<600°C).
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zxn 6. JUVOALKA 7 Ixnuoa 7 A ) 56 bpoyo
XApa . uvoAdiki  petatpory Ixnue 7. (a) ekAekTikOTnTO KO atéb00n we mpoc uSpoyovo,

YAukepOAnc kat petatpory yAukepoAng (b) exAektikotnta w¢ mpo¢ CO kat CO,, (C) eKAEKTIKOTNTA WG
oe agpla mpoiovra yia oAa ta Seiyuara  mpo¢ CHy, kat (d) poptoaxoi Adyot H,/CO ko CO/CO:.
(mpwtokoAdo #1).

To MOTEAEOUOTA TWV TELPOUATWY OTABEPOTNTAC YL TOUC KATAAUTEG (2X. 8), £6€1€av yia tov Ni/Al
OTL N Xc3Hgo3 MELWVETOL SPACTIKA, UTIOSEIKVUOVTAG QMWAELA TNG LKAVOTNTOG TOU KOTAAUTN va
Slaomdaocel to deopd C-C. EmumA€ov, n Swz udlotatal onupavikn peiwon, ocuvodeuoduevn amo
Spaotikn pelwon NG Scoz kat tv avénon tng Sco, umodnAwvovtag OtL N SpaCcTIKOTNTA PELWVETOL
ONMOVTIKA Katd Tt SLdpKeLla TNG avtidpaong. Zuvenwg, o Adyog Hy/CO pelwveTal SpaoTikd Kal n
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napaywyn CHs auvfavetal katd Séka popéc. H amevepyonoinon twv kataAutwv Ni pe Baon tnv
tpornonotnuévn Al,Os3 otnv GSR €xel emiong avadepBel kal amd AANEC EPEUVNTIKEG OUASEG Kal
amobibeTal  OTOV  OXNUOTIOMO TOou AvBpoaka OtV KATAAUTIK  €midpAveld KAl  oTnv
TMUPOCUCOWHATWON TwV evepywv Kévipwv (8 Afitel va onuewwBel 6tL o kataAvtng Ni/LaAl
napouotalel Wolaitepn otabepotnta, kabBwg N XcsHgos O a€pLa poidvta mapapével otabepn kad
'0An T SLApKELA TOU TIELPANATOG, TIAPOAO TIOU N Xc3ngos OElXVEL Mia UIKPR) EAATTWON TWV TLWV
HETA amo 12hr.
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XapaKtnplopoi xpnotLUonotNUEVWY KaATHAUTWYV
Ao TNV UEAETN TWV XPNOLUOTIOLNUEVWY SELYUATWY OO TA TIELPAUATA LAKPOXPOVLIAG SLAPKELOG
napatnpnobnke evamobeon peydAwv TOCOTATWV avBpoaka, KaAvmrtoviag oxedov oAOkAnpn tnv
empavelad Ttou KatoAutn. Avo Siadopetikol TUMOL AvBpaka pmopouv va  SlakplBouv,
OUVKEKPLUEVA apopdOG Kot YpadLTIKOG.
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Zxnua 9. ®aouata TPO & cuvoAikn moootnta evamottdeuevou avipaka (€vOeto).

Ao Ti¢ petpnoetg TPO 10 CUVOALIKO TTOCOOTO TWV avOpakoUXwV amoBécswv SLapopPwVETOL LETA
arnd tnv oAokAnpwon Twv avtiotoywv KoapruAwv TPO (Ni/Al= 0.41gcoke/gcatal & Ni/LaAl=
0.44gcoke/gcatal). H ¢uvon kal T XOPAKTNPLOTIKA Twv avOpakoUxwv amoOEcswv Tou
OXNUATLOTNKOV OTOUC XPNOLLLOTIOLNUEVOUC KATAAUTEG PeAeThONKav emiong pe Raman (Zx. 10). Ta
ddopota Raman ywa touc kotaAvteg Ni/Al kat Ni/LaAl smiBeBalwvouv TO OXNUATIONO
Slapopetikwy TUTIWY AvBpaka Omou efaptwvtal and tn ¢uvon Tou dopéa tou KataAutn. H
€€€toON TWV XPNOLUOTIOINUEVWY SELYUATWY HE TN TeXVIKA Raman £6siée ot n avaloyia Ip/ls
HELWVETAL PE TNV akoAouBn oepa: Ni/LaAl (Io/1c=1.37)> Ni/Al (Ip/1c=0.88), Seixvovtag otL o Ni/Al
napouotalet tov uPnAotepo PBabud ypaditikol avBpoka, evw o Ni/LaAl mapouoialel tov
vPnAotepo Babuod apopdou avpaka.
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Zxnua 10. O@daouata Raman twv ypnowuornotnuévwy (a) Ni/Al kat (b) Ni/LaAl kataAutwv.
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ZYMNEPAZMATA

Itnv mapouvoa epyaocio HeEAETAONKE n KataAutiki Spactikotnta yla tnv avtidpaocn GSR mapouoia
KataAutwy pe evepyd daon to Ni otnpulopevol os dopeig Al,03 kat Lax03-Al,03. H mapoucia tou
NiAl,O4 ota mtupwpéva Seiypata Ni/Al kat Ni/LaAl tautonoti®nke pe tnv xprion XRD kat TPR Adyo
™¢ epdaviong Twv kopudwv B kat y otig uPnAdtepeg Bepuokpacieg avaywyng. Emumpoobeta, ano
ta nelpapoata PZC kat TPD mapatnpndnke n avénon tng Paciwkdétnta mapoucia La03 otnv
emupavela tng AlOs. Ao ta nelpapata TPO, o evamotiBéuevog avbpakag pavnke va eivat
neploootePoG yia tov kataAutn Ni/Al. Evw, amo tic petprostg TPO kat Raman emBefaiwdnke o
OXNUATLONOC SladopeTikwy TUMWV AvOpaka, evw n avaloyia toug eaptdtal and tn ¢uon Tou
kataAutn-popea. O Ni/LaAl mapouciooe BEATIWHEVN KAVOTNTO METATPOTNG TNG YAUKEPOANG OE
agpla mpoiovra, oe olykplon pe tov Ni/Al, epdavitovtag mapaAAnia koAUtepn cupmnepldopd WG
MPOoG TNV Topaywyn Hz. Amo ta mnelpapoto otabepotntoag mapatnendnke n pelwon g
Spaoctikotntag tou kataAutn Ni/Al, evw o Ni/LaAl ¢aivetal va amevepyormnoleitol e O apyo
pUOUO. TuumepaopaTika, o kataAutng Ni/LaAl yia tnv avtidpaon GSR wavomnolel ta {ntrpata tng
BeATlwpévng amodoong, 6cov adopd TN SpaoTKOTNTA, TN Mopaywyn Hz kot T pakpoxpovia
otaBepotnTa.

EYXAPIZTIEZ

H mapouoa epyacia xpnuatodotnbnke amod to Epsuvntikd Mpoypappa OAAHZ 2011-2015, katl
Titho €pyou «Napaywyn evepyelakwv dopéwv amd mapanpoiovia Blopalag. Avapopdwon tng
yAukepivng yla mapaywyn udpoyovou, udpoyovavipakwV Kol aVWTEPWY AAKOOAWVY.
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