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Abstract: A series of In/Ag-based catalysts with In-Ag-O as the active components were prepared by impregnation method using TiO,, y-Al, 05, and
TiO,-y-Al, O; as the carriers. The micro-structure of the catalysts was fully characterized by XRD, BET, SEM, and H,-TPR technology. The catalytic
activity of selective reduction of NO with CO, and the effect of TiO, content on the catalytic performance were investigated. The results indicated that the
addition of TiO, promoted the dispersion of indium and silver species, whereas the optimal activity was obtained with 15 wt% TiO, applied in the carrier.
It was assumed that an appropriate ratio of TiO, and 7y-Al,O; might induce a strong interaction between the active components and carriers, which may
lead to an improvement of catalytic activity for selective reduction of NO with CO.

Keywords: TiO, ;In;Ag;y-Al,05;NO;CO
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1 5| & (Introduction)

B A4 IR AR 1 B AR R ER R
W EE YRy CO AT NO, Al SRR | e ik
HHZ5 FN L 48 28 TR, W A= R 8 I A 75 R 4 s
AR SEE IS YR P A CO EPEREDL BLAY A JE 5]

HEWB . EERHE IR H (No.2012BAF03B00)

REATFE ARG E G NO, BB A. Hif#ik co
RJE NO, H H 5t 4 J8 Pt.Pd, Rh ( Yin et al.,
2012 ; Novakova, 2001; Van Spronsen et al., 2015;
Li et al., 2013; Xiao et al., 2014) § J& K D M 4% 5
Bt RS TR SR, & AR RN oy O A
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1k.51 ( Patel et al., 2014; Bizreh et al., 2014; Yao
et al., 2014) 555 i £7 75 KN =, JUHXS N,
P 25 55 0] L

AR b AR TR U SRR 38 S R T B
TR A A R BIFSE i IR 0465 i A e 1 790 %o R
Ay b B —E 80CR (Richter et al., 2002;
Yang et al., 2007; Maunula et al., 1998; Haneda
et al., 2001, 2003; Luo et al., 2007) , F FH i £ )
K 1 T 1 s B9 DA B e A S BOR AL R 2 T Al
B N A EO R AL R EA T T —E RIFSE,
Erkfeldt 25 (2012) #1454 In, 0,/ AL O, #EALFI7E 350
CH NO, fem bR 47% , (B I5 VER B % 1
7, HABBMF TAE&E B 2% Fe(Serra et al., 2008) ,Co
(Lényi et al., 2012) . Ce ( Berndt et al., 2003) | Pt
(Kikuchi et al., 1996) ., Pd( Decolatti et al., 2011a)
SR ARG — ) (H 4 L ZSM 431 1 S 484
FasE PEAN R S PEAN S,

Y1 £ W 5% % W ( Furusawa et al., 2003; Rao
et al., 2012; Breen et al., 2007; Konova et al.,
2007 ) & BE AR B AR ) A B AURR (4 B 8 TR B N
BOR AR | BB 2 [ MR A T S RO B2, 48 v i
AT Y 6 M. A PR R AR Y Ao A B In, 04/
AL O, fiEALT T & LSRR Py M A AR 4 (0 Bip [V 1
CO JEFEMEIRF NO TG VB2 18 128 58, {53 1k —
f, 5 HLRIA A In, 0,76 AL O, 344 - 438U 4 15
Y25 (Park et al., 2002). F BF 55 M8 (Li et al.,
2008) , TiO, XF Ag/y-Al, O, AL FIIE 5 NO HAR 1%
AR i, E— 2 BT 5T R W, TiO, Bt Ag/y-
AL O, REWZ B AF NO, | SR WA i) 23 B DT 4
155 S 1 PE (Tanaka er al., 2013) AH TiO, X 48 F14R
WIRI 4y BLLL K In-Ag-0/ y-Al, O, {4k 5] | CO #edt
PEIE I NO BRI 5 5 A A DGR I8, PR AR S
PIARTE TiO, & & 1Y TiO0,-y-Al, O, & & E ALY Jy %
A LRI B i T2 2 Sy 3% P 2 53 i SR A, ) P 45
PRRRIR ik ] 4 £ BB AL ), 20 BT X LE CO 1B 4%
PEAE AL 38 i NO A9 SR % 4, IR Al BET . XRD
SEM H,-TPR % £ Fh R AE T BEWF 58 4 Ak 5700 £ 22 WL
[eURERES

2 KIEEB4 (Experimental section)

2.1 HAEHH A
BEIE T 1L AR T T A G0 TS AT BRAS F R AR B
BRI KRB AZ 110 C T 1 h, 7550 C T

Jile 4 h J515 2] y-AL O, 24K, id Al A fbEK I
TREE SR A A RA 0 Tif—E =i
BRTR SN BRI T RN T R AR RN 20
mL, FEIIA 3R y-AL O, 804, BRik 8 h, 120 C T4
J& 550 CHike 6 h, MR EL AR 6145 Tio, & &4
5% 10% , 15% , 20% [ K B 52 5 2 Ak, 43 5 ic
5TA .10TA .15TA 20TA.
2.2 EALFEH A

HEALTR SR R BUR BUE il 2, S BT . H
ZEMBK A In(NO,) ,-4.5H,0 Fl AgNO, JE il 3h i
W, IMA—E BB iR y-AL O, 24k H IR 5110
C T4 .600 CRibE s Fr, i i B 40-60 H , 15 3
B AR IR 8% AL FIRE A, 43 5IC  InAg/
Al, InAg/Ti, InAg/5TA . InAg/10TA, InAg/15TA .
InAg/20TA.
2.3 @EAFIERA

X SFZAT T (XRD) #9022 >k H H A< B 2% D/
MAX-RB fif %, 4 1 : 40 kV, % ¥i: 100 mA, I £
1A 185 mm, K 6 ~20 S AT, B K
0.02 mm, FHEHEE 5 ©min™", FTEHE 10~75 °;
£ [E 4 /A F (ASAP 2020) He 21 U 221X ( BET)
JEFE L Y FL R AR FLA RO FLAR  RE A 7E 300 °C
TFIME S FALEE 4 h 5, LA N, AR, £ -196 C
FHEAT I H H AR JEOL 23 ®]4E P2 /Y JSM-7500F
R4 L W 00BE (SEM) WEIWAE it B3, TAEH
JES KV, TAEIEE 3~7 mm, 0 PE% 1 nm, B2 JF
107® Pa;}TéﬁH Micromeritics Autochem 2920 4k27 W% [}
SN2 A 30 9 SRR P THIR A J (H,-TPR ) 3% &
FE S ICHTE 300 C AL 1 b, AR5 R U5
% 10% H,-Ar IRA, Fife 30 mLemin™", FHEH R
10 C-min™' 2 700 C ik, EAE(E 5 R I T Wk
DU ZS A
2.4 EAH]VEMIFN

TE L% 22 0% 11 2 PR 3% 2 Uit 20 SR 2 I #
AT T IS P TR 2 AR R L R
ge A B YR R G Ak R G 3 H
B, AN T TR AR RO A 98 S B A5 v FE A
AT v FH A DR TR A AL ) K A 0 A e B
TR 2 W g R A e AT 7R DA 2 T B s o Tk
I A A DR 2 0 A H A 0 . B LA R . NO
(0.2%) .CO(4.6%) .0,(1.5%) ,He J Vi<, 25 i
7500 h™", % 125 ) varian 2% W) 09 AR £ 35 4
(SP-3400) Kl A He . FH N, A28 S(N,) .CO
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MIFAL R C(CO) R FRALMEALH A1, PEAr 225X
LU

S(N,)= (2[N,],4./[NOJ;,, ) x100% (1)
C( CO) = { ( I: CO:I inlet_[ CO] outlet )/[ COJ inlet % XlOO%
(2)
Uik
Bl R B R 2% a3
oL RN KRS
I —
=i
ﬂ—ﬂ'_o— PP R
He
0, W
Cco
NO
E1 SSBEEE
Fig.1  Flow chart of experimental apparatus

3 Z5R (Results)

3.1 fEAHIE R E R
2 AN [) AR B AN ) B 5 AR B9 In-Ag-O
SEAEALA B CO MEFEIEIL T NO N, YA TG 5

100%~

—o0—InAg/Al
0% _o—InAg/Ti —
80% —x—InAg/15TA
B _——0
70%}- A Y
= 60%}- a—
% 50%]-
= 40% |-
o hrd
30%}-
20%[ /* ¥
L e /D/D
10%]- —0 o
oL S/O’_ O/O
n 1 L 1 . 1 n 1 n 1 . 1 n 1 n 1 " 1 n 1
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7/°C
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I —o—InAg/10TA —%
o v—V
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J0%k  —V— INAZ20TA —
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& L
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Fig.2 Conversion of NO to N, at different temperatures over

different catalysts

FLN R FE (R 56 22 N 2 W] LA MY N, Y B M AR
200~400 °C 218 |71 ,400~500 °C Z ST+, 1 550
C kB KA. 7 200~450 °C InAg/Ti LT N, Y
PERENERRAR , T 450 ~ 600 °C H1H InAg/ Al 4L AY
PR

XS AT B A A AR
PEALTE PR A7 BT 2 3, 7E 200 ~ 400 °C §if o P H
InAg/15TA>InAg/5TA >InAg/10TA >InAg/20TA , 1fij
£ 400 ~ 600 °C 3G PR T 4 InAg/15TA = InAg/
20TA>InAg/5TAInAg/10TA , HH InAg/15TA i1k
F F CO PEFEMEIL L NO A N, (197 K i, Ui
TiO, 5 y-Al, O, 5 4 Al 4R ¥ Fh 2 (8] 47 7 & 36 1)
L L.

H Il 3 T L, B SO0 TR ) T, €O R Ak
BB ER 250 ~ 300 C 353 el , B e 44k
FRHERLE 80% LA I 7E 100 ~ 250 °C K X i 1% Py
InAg/Ti>InAg/Al >InAg/20TA > InAg/10TA >InAg/
15TA>InAg/5TA 250 C DL EiGHEAZE A K.

100%

80% [~

—O0— InAg/5TA
—O— InAg/10TA
—%— InAg/15TA
—v— InAg/20TA
—O— InAg/Al
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|
600

B3 REMELT L CO LN CO,MFER
Fig.3 Conversion of CO to CO, at different temperatures over

different catalysts

3.2 (B AL BY Pk T AR A Tl 5 A AT

R T i — 2R TiO, X In-Ag-0/ y-Al, 0,1k
FIPEIEAE T, X Hetb AT L 3% v BURNFLA5 ¥4 2 AT
F 1A LLE WL, 7E InAg/ AL AL FI T Z 5T A 4R
TR AT e R T AL A LA ERA A R R E 0 T
B, B2 Tio, HAT BN L R BT 3L 45 A
XRD %55 K% B 5% . 10% . 15% Ti0,/y-Al, O, #i ik %
TG TiO, &5 db Az B, o] LUEIN Ti0, B % T Jo e
TE ) S AR A3 BUEE y-AL O, Y2 1w Mgl (54 T
SR ALIE. 3 A0 A T T — 1 TiO, Al y-Al, O, %%
T, Tk s AR R s b 26 T AR L 2 AR /N, FLAR
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AR 33K A PRI A B A8 3% M 2 0 4 1T R o I
T HAARRFR o FLIE AH AR ) B FLES A R R
(Bl 4) Bl A& SR, AR FLA2 o A
WIS B, BT B T InAg/ Al BB SR 45 M RRAE
I H. N, Wz B R B S5 R 4k o IV 2R S5 Y 4k ( Tahir and
Amin, 2015) , fETERS 5 PR A B AN BESS 1) 22 )22 I B
O, e B AR AR A FL LB, AT L B TiO, 17
AL y-AL O, b BARFEAR T LR iy He R AR, (H 2
1o T ERARSE H AE e b R i PR A 1 B AR T
ZITE AL, T F AR TR P A 2 5.
F1 EEFNMBEHIERER LEMILE

Table 1 Surface area, pore volume and pore size of the supports

and catalysts

Supports and Surface area/  Pore volume/ Pore size/
Catalysts (m>g™!) (em>g™!) nm
TiO, 9.47 0.022 9.27
y-AlL, 04 362.36 0.97 10.66
InAg /Ti 7.49 0.019 10.08
InAg /Al 252.44 0.72 11.40
InAg/STA 240.32 0.67 11.09
InAg/10TA 224.75 0.63 11.23
InAg/15TA 213.47 0.58 10.79
InAg/20TA 201.46 0.55 11.01
O.SI—— —o—InAg/Ti
- —o—TInAg/STA
0.7~ —A—InAg/10TA
= o6k —#—InAg/15TA
= L —o—InAg/20TA
F 05 —I—InAg/Al
W F
L 04r
Q
= 031
3+
5 0.2_—
0.1+
o
B . 1 . I . I . 1
0 20 40 60 80
550~ D/nm
500~ —#—InAg/ISTA :
450 —O—InAg/Al ¢
r —O—InAg/Ti i)
400~ —D>—InAg/STA o
o 350 —O—InAg/10TA 3 -‘
o r —1—InAg/20TA ol
o 300 - b
g L &1
Q !
5 250 .
200 o7 S
150 - 5
100 |- s
50| EERRREES
0 C n 1 n 1 n 1 n 1 n 1
0 0.2 0.4 0.6 0.8 1.0

PIP,

4 AEEAFNFLES N, BB ER%
Fig.4 Pore diameter distribution and N, adsorption-desorption

isotherms of different catalysts

3.3 BALFEY ARG A AT

AT XRD 455 WLIE 5. AP — 214 |
BHANER W) %) 43 FIE DUR B , 7E In8Ag8/ Al ik 57
HOULEE 2 AR A In, O, FEAEAT ST 06 | 2 B A AL AR AL REAR
T8 53 H 8% AR IR AN ASBE 43 B 8% I 4R P Fi, i
FE TiO, A 1 48 R 4 R BT A AR B 43 B A L 22
T, A AR AR 38 A LI 1 £ R A 1 R
IRV BAHH TiO, AR I T S8 P A A Bk 1 9 43
B, A B T AR P b i = v, R A
B AL TR B R AE AT S e i AR /N IR B B 3R
AR R0 1) R RS AR /N, B2 J R A T KRR
SRR A 5 G A b DL 2 5 e T Y
TEXAFTE. Y TiO, & it A AR 159% B AT DL 22 5]
55 A TiO, AR Ak T HE— B34 & & TiO, R AE T
R AR VAR B 1 R, 25 5 1 MR DI 5 1 e e fb
e SRR A R RO AL 15% , %R F) 43 HUEE
4 0.61 mmol/100 m” y-AlL0,. 55 71 1E InAg/15TA
T REULEE S] AglnO, FRAFEAT S0, (H 58 B B fb 55
T InAg/Ti 15 B X R 4 Ui AgIn0O, 15 E|34 5] 43
L, 1M AgInO, J& T ABO, #il 8k B 4544, X CO L +¢
PEAEALIR A — 5 B G PE (R SRSE, 2011 ; X104
45 2001; Kato et al., 2009), M4 & T InAg/
15TA fifb7] | CO BEFEHEIRTRE NO - N, 77K,

V In,04 0Ag
# anatase TiO, + AglnO,
« ALO,

WA (au)
2
[ ]

d ] °
e LJ *
° °
f *
%
" 1 n 1 n 1 n 1 n 1 n 1
10 20 30 40 50 60 70

20/(°)
5 AEEMLFE XRD B (a. InAg/Ti; b. InAg/Al; c.
InAg/5TA; d. InAg/10TA; e. InAg/15TA; f. InAg/20TA)
Fig.5 XRD patterns of catalysts with different catalysts

3.4 AT E & T A AT
SEM &R DL T W0 W8 2% 44 £k 751 336 4 21 0 7 2k 44
LAY HORZS, WE 6 AT LLE H, InAg/ Al 1L 5
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YA RAR IS, A7 45 Y sk A R B G | I 73 1
% A TiO, )5 InAg/15TA i 4k 57 2 i 4wt
R4, T R bR 45 4 O ELFLIE =8, ;X 1 S hig
SR A A R e R, DT B R T A AR TR
PE AT VLI L A0 TiO, I 36 4 2 43 A0 28 0 11 4
YEFRIMHIA SR X 15 XRD 45540 — 2.

El 6 InAg/Al(a)#0 InAg/15TA (b) #4789 SEM E
Fig.6 SEM images of InAg/Al(a)and InAg/15TA(b)

3.5 EALFH H,-TPR & A/E

TiO, #ANE] InAg/y-AlL O, AL | h T35 1k
L35 AR IR ZU AR A A e Al 1 AR
H,-TPR W] At — 2D AF 5% 45 & 5 40K 22 8] ) AR EL A
L, LA TiO, y-AL O, FIUR[A] TiO, & it (1 52 & 2 A4 il
REAEARI A H,-TPR M2 LKL 74K T 250 °C Al
N Ag, O 17 Ag+ B 1A JR g ( Richter et al., 2002,
2004 ; Bartolomeu et al., 2011; Wang et al., 2015) ,
341 °C 406 °C 407 C A (In0O) "85 /3 In,0, 1)
LR (Lonyi et al., 2012; Berndt et al., 2003;
Decolatti et al., 2011b; Serra et al., 2008; Park
et al., 2002) ,452 °C 466 C 488 °C 511 C Ry
LB IR In, O4 134 J5L U8 ( Zhou et al., 1997;
Berndt et al., 2003; Decolatti et al., 2011b; Serra
et al., 2008; Park et al., 2002) , 254 T P i 25
BRI X (<250 °C) HE 04 Ao BRI, e T BB
RN, B 7= 3B, 3 RO IR X Ag, O 1 Ag”
AL, Ag, 0 HATR & B AEAL NO 44k A2 1 NO,
P PRI BRI (EXE N, e B R T

2 TiO, 7 B IS M B Z AR 15% B, IR TC 8 i
W, 00 i PR AR TE ME AL R R PR s RE b o i Ry Ag B
H SHVERIE O T A 45 IR E LS Y AglnO,,
XA REDS hyidi A Ti A2 Ag B EARIAE B
SUMAR EAE T, B U Ag-O-Ti, Ag-O-Al BB H
RLEE Ag Wb, A © AR S R T R AR
R, SE TS 2N/ INRURL , 73 B3R 8 RO R i, 20
FERGFIORE S ) A 06 P2 43 5 3R AR B AR
SIS, /INSORE A S AIME LI i, BRSO TiO, J5 AR
s st B A [ i L DX A A1) o B AR 1 15%
I, AR EL AR SE SR Z, AR ) A 1 38 et 0 7 [n] i

(407 °C). 3l & 407 C i J5 W () 1 AT LU
(InO) =% F 55 B ZMHE In, O, B4R ER £ | TiO, B
NI T AR 5 y-AL O, 2 B B A EAE T, (404
TP 8 D TR % I AP TR , 92 DX 06 194 30 D 3R 8 A1
Xof NG A ) 3 A0 IZ AR AT — A 3 D 0 15
SRIY WA PE BEAR T, A SR AR R A AT i
AR R 1) — , U8 BH 35 & TiO, MBIl Ag
Ag' .(In0) " In, O, F1 AgInO, %5 i PE {7 2 g A7 IF
PR FE AT, AR T AR A TR

511

148

341 488 a
b

o 466
s 244
S c
w | 13
w® 452
% 123 170 .
e 407

/—/\
406
W

| 1 | 1 | ! | 1 | 1 | 1 |
100 200 300 400 500 600 700
7/°C

E7 AE#AFE H,-TPR 1%k (a. InAg/Ti, b. InAg/Al, c.
InAg/S5TA, d. InAg/10TA, e. InAg/15TA, {. InAg/20TA)
Fig.7 H,-TPR curves of catalysts with different supports and

TiO, contents

4 25 ( Conclusions)

1) £ CO k£ MM 1L I8 J5 NO #4 Js2 1 H, DA
TiO, Fl y-Al, 0, & & 24 48 A A7) LE DL Tio, 5
y-AL O, B— 2R A 25 A A AL TS M &7, N, P B
£ 550 CHgib 2] 80% LA L.

2) WAL AT T BET RAE, 45 £ W, Tio,
ARG BIRFEAL T InAg /Al AL FI Y L £ T A (H
SRR T InAg/ Al (5 BR 25 9 FRAE , OF HLAE AL
TP I8 A B A L 2% T R FL 2 1 8 T a5
VAP 77 Y e 2 i AR L 235 b 4 AE X e Ak 7% 1
SN K.

3)XRD FI SEM JrAfr45 R B Tio, A B T
HHAER PRI 438, 12 TiO, A 5 R B 2k AR
15% 4 TiO, 3R AE y-Al, 0, 38 T 4K 45/ (k) 2
ZeE, R PR A i R BRI TR 2 W TR A e, A
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4)H,-TPR £ F1 SEM E& 1T F ) TiO, fE 2k
TS iR 15 % BHE PR 43 22 18] W6 PR 4y 5 ik
Z B AR T RN AR EAE Y, A A ) PR R 22 11
VRO T BRI — W &, PR AE R InAg/
ISTA R T O05 f A .

5) ik FIRBESE, WD Tio, i in AT E T
BRI T IR S AR AR AR 2
AN PR LA E HEAF T R B2 231, Hh 0 2 2 R v A
AT I 1 (LSR5 R =2 ) ELAR 1 AH B A FH DA S TE
J2 7 3 A T VR LB 5 AT R G SE.

REEEENAME, 7 AR, HLERF, T TE/HHT
FMFERLREIHE, LEFRLEFARZRSE EH,
TTHMFLEEL, KL ML HH 100 & & T T SCI,
El.LE-mail; slzang@ Inu.edu.cn.
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