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Component Optimization and Performance of Ti-Al-Si-O, deNO, Catalyst Carrier
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Abstract: A series of Ti-Al-Si-O, deNO, catalyst carriers were prepared by extrusion method and tested for selective
catalytic reduction (SCR) of NO with NH;. The Ti-Al-Si-O, formulas were designed and optimized by orthogonal ex-
periments, and the specific surface area, pore volume and size distributions, micro-morphology and solid-phase struc-
ture of the carriers were characterized by N,-BET, ESEM and XRD, respectively. Moreover, the water adsorption,
open porosity and bulk density of the carriers were measured by Archimedes method. Results showed that the catalytic
activity for NH;-SCR of NO and the axial crush strength of the TiAl,Siy;O, carrier matched the best when the
Ti/Al/Si molar ratio was equal to 1:0.2:0.1. Under gas hourly space velocity (GHSV) of 7200 h', the TiAly,Siy,O, ob-
tained more than 80% NO removal in active temperature range of 450-550°C, and obtained the maximum catalytic ac-
tivity of 85.8% at 494°C. The axial crushing strength of the TiAl,Si, 0, was 6.17 MPa, its specific surface area was
89.1 m%/g, its open porosity was 63.0%, its water adsorption was 48.3%, the most probable meso pore distribution was
8.1 nm and the second probable pore distribution was 3.7 nm. In conclusion, the TiAl,Siy O, deNO, catalyst carrier
possesses excellent performance.
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AR R E R “+ 2 h” KAy e B &
Mo PR LR SR (SCRBEAS H A . RE .
R T R 2 T [ P ARV 3 NO, 1R R AR RN
JE 7 M, ARk SCR MR AR L, 15 SCR &
GERIBEGE I 40%~60%), HATHE T2 70 (1 B A {4k
FITH Mo B A AL TR 2 AN AT 2 (1 FE LA 5 4,
ARG B AR 1 1 B PR 5 A TR A8 A RO AT st A 7 240 e A
AL A ) BB AR 22—

HG, BORS M AL A7 2 1 32 AT TIo,P 4. sio,Pl,
ALO,ON E R R 35 I g Ay A A
FEMEATEPEZE . UBRRBEAG . BedhtEfe 2. Sktb
RS s M 2 5 B, 77 S ) A 4 A ) 1) 9
AiEtE. —onElE oA B AR T LR R — 4
BN VE RS . Zhao S W FTARIE T AR
AR AL CeOL ML WA T 24 Ce/TiO,<Ce/TiO2-
20Si0,~Ce/Ti0,-3.5A1,05<Ce/Ti0,-20Si0,-3.5A1,03,
[i] 47 3 THT T 2 2 1 A1 771 N'H3- SCRU B [ N O, ) 3 2537
P 22 1L SIRTALK B AT 15 & A0 4 i
L, AT T & mipREAz ! Sabusg
W9 £ W Ti0,-Si0,-AL,0; = LAY 5 Si0,-AL 054
Si0,-TiO, % AL,O3-TiO, 55 — JLAALYMI L, LR &
5 i o AN 1)1 Tig sZr0 2Ce0 2024/ AL O3-TiO,-

SiO, A7 AT 18 5 [RINH5-SCR e it 1tk G4, 4R,
H 17 X Ti-Al-Si-O, A 18 A4 71 2044 (1) 3 Ge Pt 5
v A AR T o

VN 11 V= <o IS =TI o /1 = 7N S |
Ti-Al-Si-O, JBUAH A0 84, 8 i 1E A v Ak 2%
A 2y EEE, BF 9T TIVAUSE JC % Bc b 6 2% 44
NH;-SCR flit bt NO v& Pl 10) $T He A4 i 52 1R 5 00
SR FH B K A AR R AL L TRk R Ak
FUB B, SR A B B/ B (BET ¥5). M54
HiFBL(ESEM) X £k AT 5 (XRD) S5 R AE AL 71 1)
EL R TR FLAFLAR A0« OO T30 S B A 45 0, bA
UEAf ST Ti-Al-Si-O, 2R AR AL LE .

1 LEWHZE

1.1 Ti-Al-Si-O, A Fe ki it

BEFF Los(5%) 1A M W11 Ti-Al-Si-O, 4140 L,
g 1Pk, LA Tiv AlL Si =Rt A=NE, U
FILEWRNE N ZKF, BARELRE 5 K
o o, Ti [RIEE 5 KP4 1(0.2 mol) 2(0.4 mol).
3(0.6 mol). 4(0.8 mol). 5(1 mol); Al K% 5 /K~ 24
1(0.05 mol). 2(0.1 mol). 3(0.2 mol). 4(0.3 mol).

F1 EXRITARKFEMLEER
Table 1 Orthogonal design factor levels and experimental results

Factors 1 2 3

Factors 1 2 3

levels A B C T/C  Nmax/% SJ/MPa
1 02 005 005 426-590 82.71  7.13
2 02 0.1 0.1 456-542 7402 933
3 02 02 02 456-590 7434  6.93
4 02 03 03 494-590 69.46  7.93
5 02 04 04 494-542 6872 898
6 0.4 005 0.1 426-590 8627 9.57
7 04 01 02 426-590 824  7.62
8 04 02 03 426-590 78.94 1045
9 04 03 04 426590 7813  9.23
10 0.4 04 005 456-590 81.63 17.17
11 0.6 005 02 456-590 76.92  4.92
12 0.6 0.1 03 456-590 7644  6.15
13 0.6 02 04 426542 7692 657
ki 1056 168.8 162.8 ky

v ky, 158 1484 1532 ks

%D ks 1544 15321628 s

2 ks 164 1552 160 EE ky
2 E ks 1832 139.6 126.4 §§ ks
g Range 77.6 29.2 36.4 Range

o a5 ces o

levels A B C T,/C Nmax/%  S/MPa
14 06 03 005 456-590 80.77  8.89
15 06 04 0.1 456-590 74.04 1023
16 08 005 03 402-590 82.65 4.66
17 08 0.1 04 402-542 7343 631
18 08 02 005 456-590 8529  6.90
19 08 03 0.1 456-590 8431  6.60
20 08 04 02 456-590 80.88  7.31
21 1 005 04 456-590 81.53  4.06
22 1 01 005 402-590 9242  3.55
23 102 0.1 402-590 858  6.17
24 1 03 02 402-590 8438  6.81
25 1 04 03 402-590 79.83  7.00
73.85 82.02 84.56 ki 8.06 607 873
81.47 79.94 80.89 k, 1081 659 838
77.02  80.26 79.78 ks 735 740 672
81.51 79.41 7746 go ks 636 789 724
8479 77.02 7595 C £ ks 552 1014 7.03
1094 5 8.6l Range 529  4.07 2.0l
A5 Bl ClI Optimal BS Cl
scheme
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5(0.4 mol); Si K Z /K55 Al K /K78 B A 1] . H
ESEAE R KA FIRFEAA . IEASSK Bl Ti-Al-
Si-O, FEFE AL IE JFL NO 1175 P = 60% 113, X 7]
(PR TR e 3% PEAEL (TR 1amax) 1 R PEAN 8044 i i
PERE I AN FEAS S 3, I LR il 1) 0 s A o
(R Se, =6 MPa)ffi A3k, DU Ok i 37 e L 2
RBCLE .

1.2 #HiAH&

1 I8 Los(5%) BRI T7 B3k, 43 UK S &k
1R (CP, TG 8 #a 1A 5K (1 il i A BR A D), &kl
W KB AT (CP, Ll R 28 7] 6 Hp S B 5 8 7] 4k
OmEARER )T, ALO;=90%), il (AR, HZj4E
L 2R BRA T, Si0,=>85%) M R I HL 41 4 %
CREEE 7)) o B L3R JEURME N VRN L TP 3 A1 A, Pl
iHE30 minm, i @250 pum bR AE T IERL. PRI R 4F
JEORIBCIE A HLA, 8 E = 28K, TRA Sk
2h, FEMRIEZACRBRAR)G, T8 B e 28 ol 4 [ A
RBAEIAE, R A TS, PRI EANS B,
A5 °C/min FHE G 42500°CARiR2 hiske, BRI 58
R Ti-Al-Si-O B AR FE b, B RF (EAR X KA
#3.0 mm X (2.0~8.0) mm.

1.3 EIRARAEIE M

AR PRI R A [ 2 R R N EREAT, R
RN 8 mm. AME 10 mm AT 9845, IV
FH R AR T R P s A ), R 10 mL 4k
BT SOV A S o SN AR BE IR : NOW(930 ppm),
NH;i,(930 ppm), O2in(10v0l%). GHSV i 7200 h™", <
SR 1200 mL/min. 3% PR T 244 #h &
200°C FHIRA/SWF 30 min, 38 5 25044 1) 47 TR
SEMASEYG 45 5 o BRI B 3 AR IV 30 min
DA EA AR LI [NO TR B2 4l - K ECOM- J2KN
O M ACAE Bl 58 S5 NI 5 [NOTR FEAR o A 1tk
DU N TG NO #Ab R IR NO HAbE (%) = (1—
[NOJou/[NOJin) X 100%.

1.4 MEBEMRFRAE

SR FH B B K A K A R AR AR B L AL
R KR R FH H 7R 56 AL 2 A 110 B 1) P
R

K H HAH 2~ Rigaku D max/RB Y X S 26 it i
IC(XRD) 73 A7 24 14D [ AH 25440 998 A 10°~80°,
Cu Ko #EASEHK A 0.154 nm), FHLIE 40 kV,
BT 40 mA, FHGEEE 3%min, FHP K 0.02°,

FEHE A AR JFC-1600 2 25 1P B4 4 5, R
H HAHE AR JEOL)A =1 JSM-5900 A A4+
Ji LT R B BE (ESEM) A 82 3804 (K SOW T 301

K Micromeritics 23 ] ASAP 2020M
V3.00H B4 LE R AR BBl L 43 B S0 e 2 ik Le R T AR
FALEFLAR AT, AR ETZ 350°C B2 A0 2E 3 h,
LA N, AW B, #E-196°CiEAT AR

2 HRSUE

2.1 FIKIEMHED

Kl 1(a~e) Xk JE Ti-Al-Si-O, R34k NHs-
SCR it F& NO [R5 AR 4k 28 o i e 7% AR 1
FTT AN, Ti-Al-Si-O, 5B AR AL T P A1 BE &Y
FE 1) T v A AT AR A A #A E 200~331°C 1Y,
B S5z I il B () T vy, AR R IR 59 R A TRk, W
AN, TR EAART NO Wy EW I K Tk . 7E
331~450°C P, Bl s Wil 5 4k 4 b TF, Ti-Al-Si-O,
ZR A AA RO 5 P TR T o, 2 i DR s L
Fhim, BN G3 70 PR A7) 3 T R I B 3ok 2% A
K, WEW THEE N, AR IR R 2, ROV I
Wtz Ak, NO Btk xptz #tm™. 7 450~550°C
P, A T 3 P O B e v L, LB s N T
T A PR, A 280 1 MO A i 0L 88 7 15 E DA
HELRE AT 494°C, WAHIE IR BIR KA . S50°CLLS, %K
A IO 75 1 B e I S T v T B A R B, — T AT
A NH; MBI RE S, 5Dy, #idibes
W Bt NH; 2% NO [IREH B85 T i Tt s 7
NH; 5 NO [1J3hfg, 1&gt~ .

ZEIMRIE FE X A Y, Ti-Al-Si-O, A2 K
NSRS BAR A o EZ AR RIS . K
2(a~c) 3 A FRIR L HIEAS SR 1 VL1 H 1 ey
TP DX ) A A AR R R SR BERE T
Al Si =R ARt K. 18 2 v, B
Ti SR Z, NO ik 23RBS 1k i B2 DX R] 35 2
RGN FRRR, AKCF 5 R IRAE(E AT . BEE AL &
I 2, NO B 2 R0 BRI X [R]34) 56 980/
JE RN, K 1 R E A, S Si R
B2, NO HeAb R Ry biadh, KT 1 AR,
95 A a5 X T 52 S0 kIS J 386 K /DS, KOF 1 813
JER AR . BERE Tiv AlL Si S ERARL, NO B
R0 A O O R DX TR AR A A SRR, HL A e
Ho IR 1 RTAN, 50 JIEA G P 2L 5 X T B e ity 1
M IRZEIFEE R Ti>Si>Ale 2554001 = P 2550
IR A L PR R 1 R A O R R R AR ) R
AR > FAEBCEL O Ti/AL/SE = 1:0.05:0.05. #KTf,
SR (Pl 1) BT P 5 B AN R A SR . B Ti R
(16 22, SR % 1) P B8 58 2 S8 KR IS, KT 2



55 RS, 4%

: Ti-Al-Si-O, A A6 77 280 (9 4173 DAk S PR RERT 5

545

100
(a)
80+
®
-
=
2 60F
<]
2
= 40F
3 e — | Ti:AL'Si=2:0.5:0.5
o —*—2 Ti-ALSI=2:1:1
z 20t A—3 Ti:Al:Si=2:2:2
—¥—4 Ti:Al:Si=2:3:3
5 TiAlLSI=2:4:4

0
200 210 300 3'\0 400 450 500 550 600

Reaction temperature / 'C

100

(b)

oo
=
T

/

7 —®— 6 Ti:Al:Si=4:0,5:1
i —o— T Ti:Al:Si=4:1:2

NO conversion / %

[ )
=]
{
\

A— 8 Ti:ALSI=4:2:3
—v—9 Ti:Al:Si=4:3:4
0 10 TEALSI=4:4.05
200 2\0 300 3\0 400 450 500 550 600
Reaction temperature / C

100

(c) (d) L (e)
< 80f = 80} “‘““-"\ < 80}
% # —m— 11 TEALSI=6:0.52 5 40 / —=— 16 Ti-Al'Si=8:0.5:3 g 401 —=—21 TE:ALSi=10:0.5:4
—*— 12 Ti:ALSi=6:1:3 X == |7 Ti:AlGi=8:1:4 —e—22 Ti:Al'Si=10:1:0.5
% 20k = = :;':'i:;::q 2:'].2'4 % 20-....———a{_J A :;%:: §i=::;.3.5 % 20 4 33?' :: f:l :0;|
=¥= 14T —¥— 19 Ti:Al:Si=8:3:1 —v—24 TEALSI=10:3:2
0 IS TEAL 0 20 Ti:ALSi=8:4:2 0 25 Ti:ALSi=10:4:3
200 2ﬁ0 300 3\0 400 450 500 \:)0 600 200 2‘-0 300 "\!30 400 450 500 550 600 150 200 2'30 300 3'\0 400 4'\0 '300 '“0 600
Reaction temperature / C Reaction temperature / 'C Reaction temperature / 'C
1 Ti-Al-Si-O, &% #& NH;-SCR kR NO ¥ PEAZ L
Fig. 1 Activity variations of Ti-Al-Si-O, for NH3-SCR of NO
(a) Samples 1-5; (b) Samples 6-10; (c) Samples 11-15; (d) Samples 16-20; (e) Samples 21-25
2001 [ 3 KR MR L EAS LR 1. 6. 14, 18,
160 \/_\ \/\ 23 26 5[] I il A2 Sl ) 0 A R LIS A e
. P 15 5 BB TCLE 26 5 FESh 0 B IR PE T EL L
Ti 1 23 45A1 23 458 1 2 3 435 Hﬂi%xﬂ‘ H:ﬂiﬂ’ 26 %*ir%?f{ﬁ&/ﬁlzlm{ﬁ‘ﬁﬁﬁ,
90 ASEIAETGERCLE . Y TVAUSI JCEEE/RLE A 1:0.2:0.1
aal I, 23 "5 TiAl2Sio 10 B NH;-SCR ik NO 2
7% /\/ ~— = 8 A P 8 5 T LT 24 %380 7200 b
7 WA 450~550°C, BARMELER NO A 11>80%, #ix
|2Ti 1234 SALT 2345812345 PG PRI B2 s 494°C, JRAF I8 3] 85.8%, filin]
ol PURRESRE N 6.17 MPa.
. / —~___| 22 TRASLOMRSAE. (RREEANAE
6 22 HIERIARM S 100 22 23 S EARIIRK
Ti1 234 5A1 2 3 4 5812 3 4353
100
2 AR 2
Fig. 2 Factors effect curves 80
(a) DeNO, active temperature range; (b) Highest deNO, efficiency; (c) °
Axial crush strength = 60l
=
JEIE(E A B AL S EEMIE 2, SN HT e o % 40-_ .—I—I'I‘i:AI:Si=2:O.5:O,5
FE R, KO S AR A B Si A S B e T
% B B FE PSR 0 I BT, K 200 =4 —7— 1B TEALSi82:05
1 SRR e A B R SR , e 26TEALSIFI0205

AR L Ti/AVSi= 0.4:0.4:0.05, i5%] 17.2 MPa,
32 M 8 AR 2l 1) e P it P BTS2 T 2 AL>Ti> S
ZRG T 5 DR R S R bR 1 e, B2 43 f AR TG
Ltoh Ti/AL/Si=1:0.2:0.05, & ULECLE A 26 5.

200 7\0 300 350 400 450 '\00 550 600 650
Reaction temperature / 'C

K3 Ti-Al-Si-O, RVEARBURE PE PO 45 R

Fig. 3 The catalytic activities of the Ti-Al-Si-O, carriers for
NH;-SCR of NO
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Table 2 Water absorption, porosity and bulk density of carrier

Sample TiO, mass content Al,O; mass content SiO, mass content Water adsorption  Open porosity Volume de_:3nsity
1% 1% /% 1% 1% /(grem™)
10 57.72 36.85 5.43 43.0 58.4 1.36
22 90.79 5.80 3.41 48.3 63.0 1.30
23 83.13 10.62 6.25 47.7 62.7 1.31

F ISR AR JE o 6 LB 20 B 0T 40, TiO,
TR K ALO; FR M 10 5 BRI T
N, WOKFERMIFRILEE D TO, TR &
ALO; ¥ f iR /D 1) 22 5 BARARFR 2 d /N, oK 2
AR ER AR 23 SHRMAKMWKE ., FIfLEF
FAERE Y 22 SHEMAM Y. TIO, FEMZ K&

ALO; 7 il D W] LR iy A (K T AL AR AR K,

M FEAR AR R AN B .t 1 T4, 23 5 3R It 4
) B RS JLF N 22 SEUAR 2 6%, Tk
A e ) B R . BUATT LR MK G K, A
T B N SAR N AT B BT, A TR A S AL
A B A R T (10 B i 1 2T R P AR E s
TR B R, B AT I M R A B R A
R PN 30 10 235 B I 7E 1.2~1.5 glem®, BB A0
R S A TR 2 bk T o ST EORE AR s £k
FUR > UK B A > ks, W) 23 SRR M T
15 o
23 HAURAREILZAEZESH

L 3NMEHT 23, 10 K& 22 SRES R R
R, FFEH T 23 5 TiAlg,Sio Oy AR FLZFNF 1)
LAz ATELE th, 10 SFER I LRI, 23 5
22 S HERHARAA o TiAly2Sio O, BRI N FLA KL,
AL 10.9 nm, BABCKH LR AR FLEE .

Kl 4 RIRIIE 23 5 TiAlg,Sio Oy 2 A KT B -
IO B AR £ R AL AR LA A ] . LSRR 4 8 TUPAC
SRR TV OB, W AR £k 5 M B A it 2 ) B
HIAES BRI, J& BIH B3 by H1 RS,
HI @25 R, hEAL. AR, Ak
TE AL AR bR AR BRI, B ST R o TR I 2
e e Y TR S U O S L B A (=0 e o 22 a1
W PR AIE ;4 A X R 8 B 5 kAR R 41 R

#3 MHRILEER. RILERTEWILE
Table 3 Specific surface area, total volume and average
pore size of carrier

Sample  Sper/(m>g")  Vwl(em™g')  Dyo/nm
23 89.1 0.24 10.9
10 78.6 — -

22 89.3 - —

Kelvin {242 Jr % W (1) 7€ {E (P/Po=0.66) I 146 A=
BYNFLEER, B IE IR, Jorh, MR IR IR AL, R
i N BT IR RS, R R, FoRim K
(1) FLRREE SR W 7 3 - £E P . P/P4=0.66~0.80 F B, W
B2 B AFDGS R 0 PR B 0 L e 2 18, SRR AL A iR v
15 151 Hs (0.90~1.00) B B, W b & b T Be b, ik th
B R AL FHERLIE Ol . A TiAlg2Sio 1O, %
AL BEALAR R AR I T LAE tH, 20 07E 3.7 nm
8.1 nm AbHBLFL 7R 0%, [ 8.1 nm AbFL7F 5 5 1,
RN FLEAAAE P b e T JLFL A, H 8.1 nm &b
L) TiAlg,Sio 0, HMRE 24 2 R fLiE
SERA R T ROV SRS T I AME T
2.4 ESEM 4t

Kl 524 23 5 TiAly,Sio Oy BARA RO A5 5L T
(1) ESEM [ . W LUF Y, SR on &5 k9 sida 2 1L,
FALIR IR AR L5 0, K IORL 2 HRLAR 24 20~35 nm
Fe AT I 4/ K R B 1T A, P R L G ) 32 B
BT HERR (RIB o 4l /N JORE hy Js B ASPR IR BE B At 1K
S, TTER T RCK IR A .
2.5 XRD EH&E 7

Bl 6 73 IR IR ER IR 22 104 22, 23 ‘5 i4k
FEAH T XRD Ky AR AT B 6K TRy XRD B 3% 4
FTRT 401, 20 b 25.31°. 37.79°. 48.05°. 53.38°. 55.07°
Je 62.69° 73 HIXT VALK TiOo(PDF 71-1166)[1)
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1601 4.030 Y
L 0.025 7
= 0.020 {7
& 12050015 .
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Z 1T o010 7
T 0.005 Vi
ol &
-—é’ 80F 0000f 4 TR Ao
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K4 TiAlg,Sio O, 9 Ny W B/ B S5l £k e AL A% 20 Al fih £k
Fig. 4 N, adsorption/desorption isotherms and the BJH pore
size distribution plot (inset) of TiAly,Siy 0,
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K5 TiAly,Sig, O, ANRIBCRAE T ESEM [

Fig. 5 ESEM photographs of TiAly,Siy;0, with different
magnifications
A 2\ Anatase-TiO,
3¢ Cristobalite-SiO,
Titanium white powder

El
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28/ (°)

6 AKX Ti-Al-Si-O, K K] XRD Ay AT B i
Fig. 6 X-ray diffraction patterns of titanium white powder
and Ti-Al-Si-O, powders
(a) 10, Ti:Al:Si=4:4:0.5; (b) 22, Ti:Al:Si=10:1:0.5; (c¢) 23,
Ti:Al:Si=10:2:1

(101). (004). (200). (105). (211). (204)d1H, J&
Wi %&. B Al K& Si 4140 )5, 100 22, 23 5
Ti-Al-Si-O, FRFVEARM A= AR I B Y TiO,;
TIAE 20 2 21.81° HHBLAR 55 IO RF AR AT 5 g, % N7 A
HE SiOo(PDF 76-941)[F(101) i 1Hl; A 0 21 B 5
(1] ALOs+ Al-Si-O, [Hl %k & Ti-Al-O, [l ¥ 44 f A AT
S HEKE R XRD FHAERTHIEAH LG, Ti-Al-Si-O,
AR EAT S VR W S, RO R AL
Y TiO, & BRI . BT 5 T RFR R
it BT T B 2 4%(0.0605 nm) 5 APTE T
42(0.0535 nm)ifh A2 |(r1-2)/r1 X 100%|<15%, AlO5
5 TiO, 49 4 1 B S [ vk AT 1ok AR
(0.0535 nm) 5 Si* B 7248 (0.04 nm) AL 15%<
(r1-r2)/r X 100%]|<30%, Al,Os; 5 SiO, o] LUK A
PR AR . BR1T, Ti-Al-Si-O, R4 & XRD K+
ARSI 2] B B (1) Ti-Al-O, [ 7k & Al-Si-O, [fl % 44
(PR AE SR AHAT S0, PTREZRI ALO; 5 TiO, M
Si0, 5 ALO; [l¥HE/, 8L LATE 2 RUAFLE, B4l

Ti-Al-Si-O, # & NH;-SCR it k& NO %k,
il 1) U AR R, JFARALEOR . K FOK, L
KWK, HASERSL AT, b I 1L 7
7R Iy V= Y 0= A N N 15 O T vl ' Y W =
HArmeth, sEie g BRI 2 TI/AL/SI G R EER T
5 1:0.2:0.1 I, TiAly,Sio 0, 2Kk NH;-SCR it &
NO [P35 1k S Bl 1) Pe s A4 58 B8 UG I $5e U o 29 25 A
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