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ZhEE AT, 2 A 1 94 g4 AstE Z9E dFvue AR Aolgk Aljteln = (CA)/EFvY A
FHEES THES 3 THRE AXRHASH, 7] Atelr = (CA)/EFHv A vjgo] 2+7F °F 0.8/1.6,
ok 0.6/1,7, = °F 0.4/1.820 Ao thsle] 6CN-Al, 120N-Al, 2 17CN-AlZA T/ EYT. =, Yo Zuj
xCN-Aloll A x 7k CN-AL 9] g-CN,o] 5% HAESH, B AAdelxE= x =6, 12, & 17¢] ﬁuﬂﬂ Az =

HAE A

Lo
2]
)
I
ool
™l

(2) AAA EFE

#SUE A e A4k U E 6575HE (Aldrich)& o]-&38ke] oF 20 T2%e] ALEF A4 27] 58 FF

Aol oa) zPEUY. A7) FWES N, 55 (F 100 ml min ) 8l oF 3 Az Bk oF 450T R AFAH

=

(3) vty &4 4 iy

HRTEM ©]v]%]E-2 UCRF (JEM2100F, JEOL) Wl HAXAE o]&sled 5%, SEM ©|u[X]E2 UCRF (Quanta
200FEG, FEI) FAE olgsly FEHYeH, X-A 34 W’E (XRD)2 PANalytical PW 3040/60 X'pert %
A FAHFAY. EAE A 44L& YA B47] (EA, Truspec Micro, Leco) ¥ = ZAFE Zh=v)
(ICP, 700-ES, Varian)dl 93] ZA=t. @ w2 s1stEd59 248 s X-4 Fax Egrsy)
(XPS, K-alpha, ThermoFisher)ol <& =A%) HEHA 2 °F -196Told N, &9 FF A4
(Nanoporosity-XQ, Mirae SDell ]3] ZA=ATE. HMEES] gpvt 2FAERELS A2o|A 532 mm FHAF oA,
Nd-=3 ¥ o|EF ¢FulF 7Y, I 97k, €D +3 #HE7], % 800 nm &% XFez2, 7zt AL 9 9

Wy = 2354 SHH AT} (alpha300R, WiTec).

°31‘ i ‘ﬁ

(4) @ Al S st B4 B

H-2% =d¥ 9 (TPR), He-TPR, 2% =¥ A3t (TP0), ® 0, B2 A & Ad=se] TAL vz

7bos AR A Anme o8 ®UEY Ut (AutoChem 2920, Micrometrics). AZELS ok 200TAA <F
Ar

58 (9F 50 ml min ) o] WA HYor, o]F Fu Lww WAHIG. A7) WE shxe
KON

—

2 AZF Fo

gul

¢

oF 10 §-9]%9] Hy/Ar (¢F 50 ml minil) B5 gtellA 2EE 9 900C7HA ¢ 10T /mineZE 52 Al

71dA 71550tk He-TPRZ shA¥A] &2 AEZES ol&stol FdHAT. TP0= oF 5 F3%°] 0y/He &

d Axx

rr

(S 50 ml min ) 3lollA Z=AHUT. ZujSoA FWE 9 Aw oF 5 Bu49] 0/He 52 (S 50 ml min

D) sl oF 400CA 0, T Aol ofste] ZAAATL. Fa A@ (9 400T, °F 3 A, F 50 ml min )
o FAEE BE ddd ARE Fo] 0, A F2o] oF 150 MjE FE3] AstE = Aew FAEUY.

2o Aee 2o A ZA (¢F 20 vF, °F 220C, % Hy/C0=2) 3}l 1/2 <X Qg A~ 29 uAH = i
7194 HZE HA, FulE A7) Sul vl= Jle 8 23 JA4S WX 7] fste] R omA] oF 3.0g
e

gy, Zmse 2w og W ook 400C (¢F 5C min DolA A BE (SF 50 ml

o,
%
0
—~
S
o
"1

O

=
Z

min) Sl o 3 ARk Bt ALHAT, o F 47 WSIIE ¢ 200CE WHYOw (9F 2.22C min ) §HE
of of 20 mio] EEE WA ojzme] FAHAG. L& AFRES sAge] of 1 AT FU% O ¥, wew
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V2E (/COMN, = oF 63.8/31.9/4.3 3190l EsA0r] 7] FhEL oF 12 Az B Aol e,

mpAElo @ S5} o 220C A AAE]) HLHAT (2 0.5C min ), (0 ABFLS 7}~ 58 £52 2HFO
2 2ZHAY. Sl 5 1412 99 34¥ 0 HIEANA SAHJG. AFH F g~ AEELS 47
g E (°F 150T, °F 20 ®h) B == EF (°F 1T, ¢ 1 ®mbhelA =AY, 7= A=5L 60/80
Carboxen 1000 ZA#Ho] Ax¥ 2-g}¢l d% 7}~ AZntE 23 (GC, 7890A, Agilent technologies)oll 2@
A = A

w4 2%
(1) Z A= 2 54 24
A A 1-(DA 7158 vk o], gCNiE AQteln = ATAE o gate] by ol AHow F

AARSH, ol ¥ 2as] R AR FAAE FAT £ ek olsk Beste], % 2 LA DA
weh Al=E TR CA/ALO, WIS #4 O-AL AAA ) XRD R ES vhehdl RowA, B4, A4, 34, >

A gL Zhzk ok 0.22, oF 0.50, 9F 1.33, 2 <F 3.09] CA (A ¢to}m]=)/Al,0; H] &S YERH Aolth, &3
T 2be o] AAlde] whel Az thddk CA (Aol =)/AL0; Ml &S 7HAE ON-AL WA o] wha 2 4
A BHE& (NC, SN AAEE) W a2 FAro AA d=F (C+N, FA A E)S ekl Aotk A7) Az
B gCN, ZRE dFny FAEL xON-AL (x=6, 12, 2 17)2A #Z7]59, o7]dA x&= i B4 93

937 ON-AL W9 g-CaNyol 53 HAEo|th, o]9 ##ste], d7] [ 1] 249 AAdo] wel gdAd =
e EAHES E2A Aste] yehd Aotk &7 [E 11914, [ale &5 (N-Al XA A tin) ko] a
[b]= XRDOl 93 =A% Aolw, [c]E Co = 3/4 * Co0,0l 28] Coi0,0) +58 FA=3E A4e (oo A4

|

7103, [d]E= Co08] A4 Z7]olm, [el= Co o A% Z7|o|t.

£ 1
WEH A/ o= w3 CN L oue g4 as/m”
/%%k%[a] /%%k%[a]
Co/A150; 117.61 - - 8.85[C]
Co/6CN-AL 128.81 4.26 6.34 5.03[01
Co/12CN-Al 116.09 7.97 12.02 7.00[111
Co/17CN-Al 123.26 11.07 17.04 13.04

!

9, IAE-2dd (N-Al AAA - Z0E (Co/ON-Al) 2 A A Co/AL0:S) 5 e 2 24 727}
SEM B! HRTEM #41& F3 ZAFEATE. o9} #dste], & 39 (a)& &5 AL0S SEM olm A& vErd 3o
3, % 39 (d)E 17CN-AL0so] SEM olm#]& uebdl Zeolm, = 39 (b) % (¢)& Co/Al0:S] HRTEM o]w]A]&

A Aolar, & 39 (e) © ()i Co/17CN-A1,0:9] HRTEM ©lw|A]E veEbd Zolw, & 39 (bh) % (e)9 %

Al FES A7 & 39 (o) B (DHE g Aojtt. = 3olA % gQls= vpe o], dFuy 1 AA=
e FW PE S 7FXE 9 {5 39 (a) FE), (N-AlE AR EWS 7 E Ao geyded {& 39
(d) =}, CN-AlS] AR ZHL GFuy Ao g-CNy oA 7]1E ok, CN-Al FAAEES] vEHH
< ALO; o] g-CN, S S7HAIRel wet A AAEHAeW, 7185 TS g-CN, 28l o3 wele Al
2 lFdt} (= 4a @ = 4b, 2 3] [F 2] FR). o9 B, & dat B AN wE A4
S TAAE e Zelal, ® b 2 AAlded w2 ALO; B N-Al FHEES FF FHEC 9

2}
T5E B 71E A7) SXEE ekl Aelg. ®=3, 8] [F 2] Eo Al wet Alxw 2dE
= 3

A
Lot
o
)
il
O_>1: Of
filo
=5
i
1
o
g
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2
T
o
Y
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v
Do
(e

CNy ZEell ozl FoshAl AMEAZe] A=, o4 dFrn
THe ILEVL o] o& v dFuY AXA A 29E AS, ZRE QrpEC] HEAl $HEH] oF
70 nm WA °F 100 nme] F7|7F FE Aoz FARIFHAT {= 39 (b) #H=}.
oF 20 m7bA] ZHAE YA A7IE THAIE 17CON-AlOlA E FYEE A

.
-
s} o] g, A7l mE FHE Fo g B, TIE GAS 4L AANTE, BT

EW e g-CN, B FHE F ko] Aek e AgolA 7IQlE AU 4 Ak oF 450CelA N, BE shell ol
2ek &, Co/ALOsoA ZLE §ixpe]l AA A= °F 0.247 mm oW, o= Co0,9 (113) A%} A== A
ol {= 39 (¢) &}, ¥4, 9% =0E stollA AHE Co/CN-AleA B2E AX A= oF 0.206 nm
Rom, o= &4 IUES] (111) NI dA = Aol {& 39 (f) Fx}b. o9 22 o4 3o A3
v ol wE (N-AL AR A Ao FHE T T4 AP glol® sdE F AeS A Aol
=z 2
[0082] E2E A /e BJH 7% BJH 3+ EA
b, 31 718 A& /nm
79/cm g C N CHN
ALL0, 173.08 0.3689 4.002 - - -
6CN-A1,0; 107.63 0.2389 4.154 2.0815 4.2601 6.3416
12CN-A1,0, 85.82 0.1939 4.111 4.0554 7.9680 12.0235
17CN-A1,05 38.27 0.1302 4.545 5.9743 11.0672 17.0415
[0083] g, FHE Fo AR FxE XRDA oF ZAFEJAT (& 5a B %= 5b FF). o9} #HstY, E faE B4
o] AAleo] wel Ay Aoldh ke v AIES HidtE ZUE AXH LRy s XRD HEE
2 Y Aolil, % 5bE Coi0,/Co0 (AHZHE) 2 Co'/Co0 (13)] XRD ¥ A% Hl&e] S Yehd RO
24, 171914 C00,/C00 2 Co'/Co09] T2 ZE M ESE Co0i, Co0, 2 Cool thake] zhz 31, 42, 2 440
Aol BN FE5EE AUk, Co/Al0; We] ZAE F& dtary IUE-7|H Zuj5o)A dutgon Bz

w550] Coj0s01 9tk Co/6CN-Al Zvf 3k F38 AJElEA Co008 YERHAAIRE, Co ¥A5ES 7HA= Co07F &

& FHERA #FHIATE.  Co/120N-Al FHiE FEAox 3dd FLE (C0)E T8 FHEA Fiste
7. HrE 7

== 3}
Ao R HFAHATE.  wpA o R HRTEM oA EolA Uehd AX Aget dX A, @3] Fde ILET
Co/17CN-Al Zmjoll A FH Aejel Aoz gy, XRD HAHEL A7) XAA Wl g-CN,o ko] 718

of Ml FHulE U ILE Fo] 5 ¢ FHHE FE/F €& Yo, ol = 5bhollA (N-Al FHEE
o] g-CN, Feko] F7hEel wWak Coi0,/Co02] T A% S 7HAEIL (o /C0E 7 Aol o8] 2 1)
Eltl. 450C, 3 AIF, 2N, 389 ofd¥y AL g9y ILE & IAs=d HPgeH oy, mE
Zo] 23} AJEHZE 7] ON-AL AAA W] g-CNy 5ol o8] 242 4= dgo] & HAAdoA AL F
Zank shoh. Al®] W24 (Scherre's equation)oll ol Ate FWES A A7]|= Co/Al0:2] ¢F 8.85 nm
ol A Co/17CN-A1Y] ¢F 13.4 mm= &7t (A7) [F 1] F%). =, 170N-Al AAAY Fe v gHA o
o Co/17CN-Ale] ¥ & ZIWE HAAES HFse= Aol (7] [® 2] #=F). 28y, Co/6(N-Al #
Co/12CN-Al SME2 AR ¢ 22 (o AHES YEMIAEY, °ol& gCGNotel o A5e dosgo] CN-
Ale] o zZe FWAS S71ebr] wEoltt. @y, & 39 HRTEM EA oA BoxE upel o], 234 =t
Aoz Il A},

[0084] a3, 7] Zu|SoA IWE Fo 9 AEL H,-TPR B0 93] ZAIEYY (& 6a 2 = 6b %), o]}
e 3lo]

fa QY AA o] wiat 5% H-TPR 2 EHS ekl Aolal, = 6be = 6a9 400TC o]
A

s
o] M= WA REE (34 A) @ ANA A4 945 (DS e Zolth. A7l BTRE ©F 10T
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3% Ho/Ar (SF 50 ml min DolA S&E A, = 6be] Fuld A
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FTS whg-oll 71ofabx] gk, whebA, oF 400 ofstell X &ls= s E Fo ghapo] A7) &4dshe Co-7|nt

& AAldel wE H-TPR AT EH ] oF 400Colste] ¥ WA F-E5L = 6boll =A% en, Co/CN-Al =)
SolA g-CNy o]l S7hgl w2t SrbE = Aol vEkptth. b, Al 2= 9] (eF 100T WA oF 900

Thol 24 Hy-TPR L9 AA WAL g-CN, FF s ZAFAG.  ol&, Co/(N-Al FulEolA dF =
HE Fo] ojdy g Fot ojn] FAESS Yl Agen, o= XRD B4 At dxH.  whet
A, 2 A W2 H-TPRS 7] (N-AL AAA W] g-CNoJF B E7bsst ILE F9o| 58 A7

a5 ZHES AL 7HEsA stk AS YER= el
T3, = 7at Y9 AAde] mel $5% Co/Al0; (54)), Co/6CN-Al (H4]), Co/120N-Al (H4), H
Co/17CN-Al (A9 et A~ EHES yepdl Zlola, & 7be dHd2=2A F94A Co0r (A, CoAl,
(), 2 ALO; (549 gk ~AE-GES vEhd Zeolth. EE ##ds EHES AldrichZ5-E mYg=H A
o, A AL 2L, 532 nm HAF oA, Nd-=3% YAG (Yittrium Aluminum Ganet; ]E% o2 u|H 7]—
D), 7= ok W, A&7 8L D, 2% A7]= ¢ 800 nm A B0, ZF AEE
FEo M SAHEAY. = 7a € = 7bollA Co/Al0:2] 2k AHEH LS FIUE AIE F

- - - - (2) (3) -
cn ', ©F 512 cm ', ©F 610 cm , D oF 682 cm oA By, Fup s Fo o, 2 ALS] Co-0 2EHH 7A5S RN

>

o WAL Co/ON-AL EUlE 7] 2wt saBelA ok 10 an A k@
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9 75, oo wEl ZUE s E Fo] F44 mUtER o] o &
£& HRTEM, XRD, H~TPR, 2 27t BASolA v

4
g-CN7F ALE Fo] ghds FA v Aol

A Holg YEhtt. FZUE b
7+e] Agto]l (N-Al AXAE Aol A
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B AA el e] FREC] AnbAo]A] ke
o, dF 5F slelA oJdd HA &2 Co/CN-Al FWES] &£E-F A
270 EAEAT (= 8a B &= 8b Fx).  ole} dddste], L 8ax welo] AAjelel wE He-TPR 4 F<F of
g w4 %‘-8— AZERRE FEF D A2EE5S Yehd Aolil (5& £% o 5T min , ©F 50 ml min ]
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, B b A& s (N/O2 <F 400T7HA LA
| A7 ZaFEAek. ole, € A shollA] FAivF 4] vlE] @ <t
AL Mol oF 450TC WA 2F 500CAA AA AFHE g CNE o7|3E dAlsk ot (= 10 #x). o]
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(3) A4 w4 ARE 4o TAEY B9A

2 AAdA 89 FE (degree of reduction; DOR)¥= F 10 §-3%2] Ho/Ar SEoll oJa oF 400TCNA Y=
)59 0, B2 Al o8] A% HAAt. g-CNIF 0, B2 HAL 3 A 2739 o 00T o)kl A 0,
o 7 9 dzm 4 —.9— of FEabolof Bk (= 11 F&). olsh #ste], E 11e Re| el
2 Co/AlO; (E4), Co/6CN-AL (H4), Co/120N-AL (3A), R Co/I7TON-AL (34)¢] 2x Zdw ikse] A}

= el gozAl, B4 24& o 10C min| & %% (ramping rate) 2 °F 5 23%9] 0,/He (SF 50 ml

1%

min DT, = 119 &% A% 43} (TP0)olA oF 200T WA oF 350Tel el &1 wA50] (N-Al XA A
el g-CoN, HlEe] S7hgel wel S7HEAA=T, o= g-CNy7F oF 400T ofstoll A AAE ARdS yeds
Zolrk.  webA, 1A HANAM 0, £EFE WEA] g-CN, AaE AT Fie 23 Hojg. weA, #
Aol Ao A= Co/17CN-A1S] 1A A4S '0WA ZA AHFOZA g-CN, A F-2s ALz, '1
WA 22w T ASH o oA shgltt. oA AE g-CN, A& wiEel 1A HAgoA ARE A
2% (9F 25.4 pmol 0)°] 'O AANA ARE AR (9F 29.5 pmol 0)00 HIsl s @A yetge
u, oleh &2 Apol= 2wAl AR olF== ARk (oF 25.2 pmol 0y). 0, BX HA Aapsel] 7uksto],
Co/17CN-Alell gk 2hel Ak (DOR)7F oF 22.93%= A= o™, o]= Co/Al0;0] 2hel ALk (oF 14.88%)°] H|
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3 oF 1.54 v ¥ #& Aotk olek #HHAste, F17] [E 3] 0, = HA oF FujEe] I A=
(DOR)E ®=2A AHeste] Yepd RozA, oluf HAg AL oF 5C min 9 T2 &=, <F 400C, <F 3
AZE, 2 ok 50 ml min | oF 10 R3%e] Hy/Ar E20193, A 2AL oF 400C, °F 50 ml min He 52, @
oF 5 H3% 0y/He 2= FYolon, &7l dxe]l 2 A4S 2Wa) 7go] ¢h2d w7px] wEs k. =g
7] [ 319 a9 oWAl AA9 0, 2RE 000 9% g-CN, 9149 7195 Egsh= 3lo|m, be] DORS 7H7te]
ZujEe] tiste] 1A 2 2R 0, A7 Hit Fhell 71wkste] AlLkd Fleltt.

B

F 3
Ful & 2RE 0, 34/ umol 0, DORb/%
ow A’ 1eA i

Co/Al1,0, - 14.9 16.5 14.88

Co/17CN-Al 29.5 25.4 25.2 22.93
FHE Fo] &4 Y AT (DR)E FIS BE&S g SulsdA &4 FAES 72 4 Aok, dnkH
O =2 Si0, Al0;, ¥ Ti09 e APHQ AslE X AA EHEL 7] FulE o ZUE F3 73t J5z
£ A, o= 4 Y WA @ Zo vk Fo IAEY IS At wEbA, 3HY A o] x
2t5%, Zvl ol & FIS vkgol dis] B84 Y B715s IIE Fo] EAdtt. 23y, 2o AA 49
w2 CN-Al A XA 9] 3 Aol A= g-CN7F ALy B ZLE Fof AHAQd HES Aestad o, ol 39
s IRE TS5 APHom FUAFT. weba, EYo Ao w2 (N-Al AAAE o] &3fozn ITLE
o fadel A4 FdEe dE & A

Sl Ea o= gkeT)o|A 220C, 20 H},
H/CO = 2014 F3EATE. o]} AEH3le], © 12 EAY AAdd we} A ok 50 A|7re] wkg A7k

2 2

AV

e 7] FIS whel] e FUE A7 28 (CTY, moly s g )& UERA RO @A, thA] ), ok 50 A7

o Wg AZE FoHe] FIS whg Bobe] HulEe] Evl 242 uehd Aotk ® 12004 s mpsh o],
C0/17CN-A1 Zuj 5 7 Z o] 0 H&z} A HAAA &S eI
oF 50 AJ7Fe] wh ]{P (time on stream; TOS)ollA Co/17CN-Ale] ZEE AJZF & (cobalt time yield; CT
V)S ok 21.84 pmol s g o1, o] Co/AL0sl A (F 10.75 umol s g )ol HIE) <F 2 ®) 7jAg
ARt} (7] [® 4] FH=). ole #AHslo], 317] [£ 4] =
2 w2A 4dsel ded Aeed, 87 (% 419 @iﬂr—e A2 0 AT e A E LAY A5 I
stoll A 5= Aolar, dt7] [E 4194 0/P B]&E C-C, WS °

25L& oF 220C, 9F 20 v}, Hy/CO = 2, CO ASHE = 14+£2%30 0}
X 4
ey CTY/ Co, A& /% ,-322] BslgA e /g 0/pP
pmol s_1 gc(,il CHy Co—Cy Cs+

Co/Al50;_H, 10.75 2.358 10.90 8.46 80.64 1.539
Co/Al50;_Ar 3.92 24.10 26.15 39.79 34.06 0.886
Co/17CN-A1_H, 21.84 2.900 9.08 13.12 77.80 2.106
Co/17CN-Al_Ar 21.52 7.744 9.92 14.29 75.79 1.812
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