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Improved NO, storage performance of Pd-SSZ-13 by thermal and hydrothermal aging treatment. LIU Ruo-wen, FAN Xing’,
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Abstract: The passive NO, adsorbent, Pd-SSZ-13 with a Pd loading of 1.64wt.%, was prepared by the ion-exchange method. Then,
the Pd-SSZ-13 was subjected to thermal and hydrothermal aging treatments separately for 10h under mild conditions: at a
temperature of 700°C and in an atmosphere consisting of 10%0,, 2%H,0 (for hydrothermal treatment only), and N, as the balance.
The effects of these treatments on the NO, adsorption/desorption performance of Pd-SSZ-13 were investigated. The physicochemical
properties of adsorbents and the NO adsorption process were characterized using N, adsorption-desorption, XRF, ICP-OES, XRD,
SSNMR, XPS, TEM, NH;-TPD and in situ Drifts techniques. The results showed that when the feed gas contained 2%H,0, the
SSZ-13 support was unable to adsorb NO,, whereas Pd-SSZ-13 exhibited NO, adsorption during both the adsorption stage and the
temperature-programmed stage (100~230°C), demonstrating an adsorption capacity of 81.3umol/g. The NO, desorption temperature
range (230~493°C) fell within the active temperature window of SCR catalysts, and complete NO, desorption was achieved. After
undergoing thermal and hydrothermal aging treatments, the NO, adsorption capacity of Pd-SSZ-13 in the presence of H,O further
increased to 113.4 and 126.2umol/g, respectively, and the thermally aged sample showed better cyclic stability. Although thermal and
hydrothermal aging treatments induced partial dealumination of the SSZ-13 framework, they neither altered the micropore
characteristics of SSZ-13 nor caused structural collapse or framework destruction. Instead, the aging processes promoted the
migration of Pd species from external surfaces to interior pores, enhanced the dispersion of Pd, and increased the amount of Pd**
(Z-[Pd&**(OH)|" and Z,-Pd*") sites, thereby improving the NO, adsorption-storage capability of Pd-SSZ-13. Compared with the
hydrothermally-aged Pd-SSZ-13, the thermally-aged sample showed less framework dealumination, a higher specific surface area
and a larger micropore volume, and better dispersion of Pd species, all of which likely contributed to its superior cyclic stability. With
H,0 in the feed gas, NO was mainly adsorbed and stored at the Pd*" sites in the forms of Pd*-NO, Pd**-NO and hydrated Pd**-NO

species, with the competitive adsorption of H,O attenuated at elevated temperatures. During the thermal and hydrothermal aging of
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Pd-SSZ-13, the abundant Brensted acid sites likely played an important role in facilitating the migration of Pd species and the

formation of Pd*" sites.

Key words: NO,; PNA; Pd-SSZ-13; thermal aging; hydrothermal aging

[ 5 Y AN RS SR HE U A A (NO) 2 5 i
BRI ANBRITG Y et M 2545 IR B ]
FU2 el 0 B S5 NO, IHER Tk B2 0 -
R PFEME AL IR J5 (NH;—SCR) 2 15 I 483 47 2 <. NO,
HEBOR EEH A MH SCR fEALFI(W Cu-SSZ-13)7E
fIGHRL(<200°C) T i AL %, TC V2 42 Tl 48 i 25 ) 8
A HE ) NOLPL7E SCR BTG Bij 223 3 3 7 NO,
W B 45 (PN A A Ay o — /v 13 sl TE) NO, #F
TR 25k gt L TR R AR (A ) 338
)Y HE T NO, T B A2 3 PNA b 2R E T &
SCR AL 71 TAFHELE (200~500°C) i NO,. i Fff If:
B SCR #t BT H AT Z W) PNA R
ALY 03 e R RN 4 ok I w2, I rp Pd
FeorFom, U HIE ik Pd 1) SSZ-13 410, i T A
A 5 R K B R e R R OE 1 NO, B IR S
(200~450°C ), # WA Ay & — Bl H A S B W2 FH 98 g 119
PNA #HEIP ®.

Pd-SSZ-13 [{il & ik s — ik, B s
AR BESE P 7T LLARAY. P 1. PAO, 142
Pd 25T X AEAE, o AT PA B 7035 5 Bonf ALTR
LI Zy-Pd* R 5— AL ALY Z-[Pd>* (OH)] Wi h
AL KL NO WL HILL Z,-Pd*-NO
FPA*NO (78 2N A B R P> 8 i B 17,
5541, PdO, TR PR A7 A i £k NOU'™ Lk pd b
A8,5r IR Brensted AL st ] AAE il — 2 10
NO,{H B W ) NO(LANO T AR ) B S FE 4
(13 BE(100~200°C ) R i L6201,

S BRI R A A R AT ) HO 554
Gra %t NO FRIMR B R = AR S fr s> 2
IKEMEF PE BTN NO, ) 3= B A AT,
HAFE ) PA™ 8 F(Z,-Pd™ . Z-[Pd> (OH)] )%t
H,O Mtk AR gk, 5
Z-[Pd* (OH))AH EL, Z,- P E B K 44 T AT S v
(I i AE NO, 3L ARAL Pd—2)7 07 W Bt 3510751
B8 715 LA RO W B )k 47 i Ak B e AH O il R 1
S5 AT X W B AT BRI K SR A A HE A I B 2
et Pd 2}, B0 PA> B T4 s A Ak P2
W R BP7E 750°C . AR R A PAd-SSZ—

13(1.0wt.%Pd) AT HFIK TR B 10%H,0) 4k
P 24h, 0] LM PAO #72 ALH) Pd &+, 348 Pd
WIRPAE SSZ—13 B AAc 1 T4 H50, 18 1 R B 7 (1 9
Ae ).

N T HE— BN P BT s K, A ST
PL NH, % SSZ-13 a8, R B8 FAC ikl & T
Pd #7135 4 2.0wt. % (1) PAd—SSZ—13 W B 571, %
FLHEAT TR FAFDK AL BE LR Pd 1R 73 2k
T NO, W B PR REMA . W B ik A2 A £ 71 (in situ
Drifts) il LA K W B 700 BEAG ARG P  AE 5 2 R T
IR 751 ) 5 AR Ak B 4% A2 5 W B ) B A R 1 22 PNA
P EIPS TS

1 MR57AE

1.1 WP &

FHHB 4l KB SSZ-13(3 wi bk, Si/AI=7.5) 4> T
I Ve G PIRE T 10 CHET 3R G 70 5 3R i 28
ALV 550°CRERE 4h.

B FRAL TR S ) SSZ-13 73 75 Smol/L HY
NH,Cl ¥ AE 80°C R & 284 Sh, B Al /K LR
HYEJE T 110°C T 48,15 21 NH,—SSZ—-13 Bofk 44
W LE 1:10 5 PAINO;),(F1 R J8) ¥ ¥(0.0188mol/L)
TN NH,~SSZ~13 H1,80°C N 2§ 254t Sh Ji5 4l
IKBEE I8 110°C P ARG S s b 1R
AR 550°CRERE 4hHI1F Pd BS 3R 2.0wt.%
(1) PAd—SSZ—13 WPt K508 fa IAE & i v BT
JE 4y 42 40~60 H IR 4 F .

N T R IRIK BEE AL EEXT PA-SSZ-13 W)
IOt B 12 R PR % W) 4 25 A # v I 4 1) PA-SSZ-13
FEARTE 700°C . 1.0L/min R F21LALEE 100,
H AR PRI SR AT N 10%0,+N, P45, il 75 1A
il 0 A PA-SSZ—13-TA; 7K #u kb 3 I 550 4% 14 4
10%0,+2%H,0+N, V47, #1431 i id 4 Pd-SSZ-
13-HTA.

1.2 NO, WSt B f ik

R FEY 8 A A A 1 A S o IR A D
B RN A(NAE 8mmy BEJE Imm. K 500mm)l
TR B AR B NO, IR PERE. SEIR AT Now 23R



8 H#A XUAFEEA . AR PZA AL BT PA-SSZ-13 WL BiHiE 7 NO, 1 fiE 4197

NO/N, H ey A Ik 4 (it 208 a4 il 45
PR, R E N 1.0L/min LR S 4 K
200107 °NO~ 10%0,+ 2%H,O(1# FH I N, P-4,
W B 57 P R 0.25, 453 (GHS V)4l 1200000 .1
AT M FFELE 10%0,+N, S50, 500°C T Filib 1
Th, B 22 100°C 5 5 I ASEAULR ST Ui e B I 2 I
B85 J5 B 10°C/min [P 2R M 100°C FHE % 500°C,
SR P T I A NO, PR 3 B 15 250

W BRI S AL BCR T o A SR O FE 2.4m,
ZAH 300mL, L 120°C) P LR 2T SNFT-IR)
Y4 (Nicolet iS10,5¢[E Thermo Scientific)F1{k 2%
R NO, 73 #1%(421,5% [E Thermo Scientific)iEAT
L, e 2D AN IO T BT NO, WREE(R %N
+£2%),NO, 7 HT A T 73 B NO B (152 22 +1%)
BAZLL ARG T NO, [ b &5

W IR 5750 PR B 25 2 (C) A0 R £ (C o) V1 55 2 58
o

fy
¢ xt, —f c,dt 1

C = -
! G

j : (c, —¢))dt 1
=T s @
T Cy AW R R PR W B 2% 2 pumo /g C A9 W B 5510 11
JIE B B umol/g; G AW R SRR B & g5er A NO, 3 1
HSE, <10 %, b NO, HE TR, <10 5z, Sy S b i
() ;min;zq Ay 50 BB B 1E) ,ming24.45 o4 IR &
(298K,101kPa) A4 B /R AR L L/mol; 0 R A AR it
i, L/min.
1.3 B 75 W B AR AR A
K H 4 B 3 AR W 2 BT 4 (Quantachrome
Autosorb—iQ)ill & W i FI7E—196 "C T 1 N, Wi JIt b 45
LA, M HTE 250°C R AR b T SL I 8h Tl
AL Sy ARG 2 25 BET VAR t-plot WEiH 575 2
7] b 2R T AR AL AL X
X 3% 5 7 18 58T (TEMLJEM—-2100F) ¥ il
TR P BORIIIES . P3RS RI A L
o, WA 3 LR Ry 200k V.
43R Agilent ICP—OES 730 7Y e Jlokl & 45
B AR R E RS (ICP-OES)URT Axios mAX 4 X 5}
LRI (XRE) I E T W B FAURE &b Pd (1) 55 4
ASYAL HEoRA X S 26 AT S (D8 Advance, 1t

Bruker)#l & TAE I X ST (XRD) IS A7 5
ISR N Cu Ka(A=0.15406nm), 5 Hi &k 40KV, &
LA 30mA,20 FAHITEHDY 5°~50°, 39 i %
4°/min, 20Ky 0.02°.

[ R A% R AL 4R (SSNMR)? AL Fl °Si %7 Bruker
Avance [Il HD 400M (% FRAERAE AL AT Si (1)
eI e 4>k 104.3 F1 79.50MHz RKAE F ik
JEuk G AEIR S 3s. 530K H] NaAlO, #1 DSS 1Eh
Al F1 Si (A1 7% 225 SEEY).

FEA ) X 3260 H - i 1% (XPS) /£ Thermo
Escalab 250Xi 375, LL C 1s (454 fE(284.8eV)Xf
TCER NS A ReIATRME.

NH;-TPD Jlli%E B 5 NO, WG B e il
B A M R R R AR EE S 1.0L/min. U
X NH;-TPD W, FRHU 0.1g #F 5 & T &,
10%0,+N, U~ 500°C R FRALHE Th J5,N, W4 F%
YA 100°C ARG 500%10 °NH;(N, “F4i7) S FE
W BRI, T P NG W 45 H 1 N YR BERRUE i A
10°C/min ) T8 2672 7 FHEL 48 600 °C Aol i ot
FE P N 25 1T NH; [F9R .

HFHAG AL AR e 21 A6 A (Bruker Tensor 11)
FAT IR T NO W B ik R (1998 [ S 214G i (in
situ Drifts). Jfr A Wl & 3 76 % N AT, BN
50mL/min, KA A MCT A28, 414650 [
N 400~4000em™ 5 HER A dem™ AR I IR B U 7E
10%0,+1%H,0+N, S50, 400°C I FiAbHE 1h, 41 [
SN R 2 H BRI BRI (100,150,200 °C) i REE TS
SOARIGTIN 20010 °NO - TG W B W b et P 48

60min.
2 HR5WE

2.1 HIKEM T SSZ-13 Fl Pd—SSZ—13 )W it
PERE

Wi 1(a) R, 75 oK S ,SSZ-13 70 b
3min J& NO, ¥E A HAL, A 161.8x10 78 MK K}
30min 7245 )5 1A B A1 Pd-SSZ-13 ZEW I} 4min J&
NO, ¥ 1k BIAR, hy 7.5% 10 7 10min 245 )5
35 I 0L RT RS R B 0 T AR E S AR B SSZ-13 Al
Pd-SSZ-13 ) NO, W Pt 25 5 43 il iy 129.6 Al
161.9umol/g. 5 SSZ-13 # L, Pd-SSZ-13 W[} NO,
5B e, LR R 2 R B 2 3 v, AR W 8 A e 5 |



4198 HOE

R 45 %

NI P Rl b R HBAE3E T NO, W .

R TR R SSZ—13 KWL T ) NO, T2
7t 100~200°C Bt bt >, %5 Y. Brensted FR A st _F W i}
(1) NOy; 53 AME 200~347 CHM £ 2 —/ANE/NE NO,
Jlit B U NO,, st i fF 54 127.6pumol/g, (AR T NO,
W Bt 52 (129.6pumol/g), 2 BH i B 458k 56 42 50 T FH AT
I1 B BB 20 ) o 81.4% K1 18.6%.55 T [ Bt Bt
) NO, Hi 25 B NO FiT NO, 2H %, Bt Bt ) NO,
i NO Fil NO, 73515 23.9%F1 76.1%, 3 W KB4
NO 7EM Bk R b e A2 T 484056 TTRY BB R 1) NO,
PL NO, 4 3 ,NO, Btk 1 [FII B8 T NO I FE, 55
BSR4 NO B4 AE Ty NO, A7 26 it Bt 45 7 5 NO
HNO, S 23 5 BT Fe 2 78 160x10°° Fl 38x10°,35t
1 500°C I SSZ-13 Z il NO S ARHE N 19.2%.

M B 1(a) i w] BLF H PAd-SSZ-13 B T 1
100~200°C Fl 200~312°C 43 5]t BL— AN AR 45 /s
) NO, [t B U 1 B AE 312~480°C LB T 55 =4 NO,
JIE B Ve, HEW 5 Pd 0BT NO, R385 9% NO,
RUBEFH &4 155, Tumol/g, AN ISR T NO, W [ &
(161.9umol/g), & Wi bt th 5 A a4 28 1 11, Ty
BURBLH 2 9 61.3%. 22.0%81 16.7%.55 1 FriBt
IR ) NO, H [R5 BB ) NO FT NO, 4, it B (1)
NO, H' NO FII NO, 4351l i 36.2%F!1 63.8%. 55 11 Fl %S
TIEY BB 1 NO, 435I LA NO Fll NO, & &, il
B NO AL & S EUNO HBLIH FEIE T NO, H
IS K3t B 0 (1) J5 1K].430°C I NO, W JEE I5 BG4,
A 88.2x10°°, H FfNHRZE N NO Akl 32 341 )y
YA 14D R T 2 T 9 T A #1500 °C i O
B NO FI NOy WIZ 5 BB Wi ke e 141x10°
1 52x10°, 3L W] 500°C F Pd-SSZ-13 %1 NO %tk
BN 26.9%, =T AHFEREE N SSZ-13 K1 NO 4
RCH(19.2%).

AR EA 2%H,0 [41E R, K 1(b)fr
7R,SSZ-13 FEA T NO, g 7 Bt Tl it b ek A
it LRI = T 240 CIFALELE] T NO 4
1£,500°C I} SSZ-13 £ 1 NO FALRCE N 10% 547
XRWEIKEATTT SSZ-13 BRARA G A H 24 W b it
17 NO, IM1fit )1,5 H,0 7£ Brensted BRA7 5 _F 1K) 554
W b 53200 17 PA-SSZ—13 W /EWR B Bt (M B T)
W7 T NO, A EAEFE P Tl 2 vl T+ 2
100~230°C i &A= T 56 11 B B R B, 5 SRR (1)

TR F 30 Ho0 M A7 95 (1) P A7 BGRB8 H K
(K] Pd A7 5 Bt NO, A7 U R B NO W Bt
FEAERE T NO, FIBEFY, AT fiE 5 NO £ Z-[Pd*'(OH)]"
B W I £ 9 3 NO, 194 % (2Z-[Pd* (OH)] " +
3NO—2Z-Pd"-NO + NO, + H,0)f 5, 1M Xt ]
[ EIE Z-[Pd* (OH)]" B2 ST NO [ 325 T
H,O (R3], FHEE FE R HaO BB FE B NO 1
e B s 0207,

600

(a) TR &M
400
——SS7-13 500
~ —o—Pd-SSZ-13
Syl T I
= R
5 o
2 300 oy
L NO Wi N
§200 i : AR ) e
< ‘}—’*ﬂ’
o | 200
4
100 l I
U 100
[ ) - ot AR A 0
0 20 40 120
i) (min)
300 500
(b) HKEAE
250 ——SSz-13 500
- ——Pd-SSZ-13
< —r—
S ~ .7 400
e T R
5 o
2 300 o
X
s N e =
£
) 200
z
= 100
A I:IOZ i B
0 %quéwwﬁﬁﬂjbv‘w-’jr\s\ﬁgﬁgi/\/ , .
0 20 40 60 80
I 1) (min)
K1 JAKMA KA T SSZ-13 il PA-SSZ-13 FJ NO, W JIii
B 1t 2

Fig.1 NO, adsorption and desorption curves of SSZ—13 and
Pd-SSZ-13without and with 2% H,O in the feed gas
B R (a) 200x107°NO,10%0,,N, -
1i7,(6)200x107°NO,2%H,0,10%05,N, 44 ;1 Ff il :100°C

M 1(b)iErT LUE & KA R RAS TH
BeRIW PRI NO, 7EWR T 2min Ji i B IR BB, hy
63.2x10 ° LW B Smin 2 A7 ik AL 5 11 EY B
B AR PR A S 170°CIE NO, W JE ik B A%, by
140.2x10 .55 T FI55 LI BEA NO, Wi B 53 Ay
49.5 F131.8umol/g, i W b &4 81.3umol/g, 29 4 Jo/K



8 H#A XUAFEEA . AR PZA AL BT PA-SSZ-13 WL BiHiE 7 NO, 1 fiE 4199

ZAFF PAd-SSZ—-13 i NO, W By 28 5 (161.9umol/g)
)2, KK AR Pd PRp HA B4 W B it
1£ NO, B8 75 22Ut B (1942, th 128 11 B B i BHA75
RAAEBAR B EE T, o] H T 45098 3 2h B B HE
) NO, PRI A 58 JE T P9 A B B 1) S W B 2 E Ay
B IR GRA I W R 300 VR A e

B K EAE T RS T EiL R S 7T 230~493 C i [l
WLEER] NO, BRI 1(b)). 55 TE/K 4 4F AR
(100~200°C). 1 (200~312°C )Ml i (312~480°C)
NHAEAE NO, [l B I 1(a)ANFL A K S N LA
TE—/NMEEFE ) NO, M e oce H M ok 52 et i, 5
Pd )H6S T NO, FWR B i B 458 i 9%, (H NO, it b
IR (230~493C)Ii4b T SCR AL 7 s 25 T AR 96
J5E DX JA) A, W I 45 1 PA—SSZ—13 W B 571 AT £
SRR R AK) A AT N AR 98 5. 53 1 NOL B B
AV, 06 B 2 (78 .2 umol/g) 5 W i (8 1.3 umol/g) A
ZER /N B I R PR R S T 300 C I U g E] T
NO [R148.4k,462 °C I NOL ¥ 35 BIIEAI, 4 70.9%10°°,
IR FEILF) 500°C J NO Al NO, #5420 5 32 i e £
140x10 ° 1 5010 % B ) NO EALBCR N 26.3%.
2.2 PAEFEAKIAEEEXS PA-SSZ-13 W B PERER
Al

Kl 2(a)%5 i T Pd-SSZ-13. Pd-SSZ-13-TA Fi
Pd-SSZ-13-HTA 7575 /KA1 T WU NO, 1 it £&.
ATCUE HL3 ANFE SR BB NO, B AH AL, 2 B ik
FH (PR 1R AR K FA2 A Ab BE K 28 PA-SSZ-13
W B NO, MISEARFYE. 5 Pd-SSZ-13 AL, Pd-
SSZ—~13-TA F1 Pd-SSZ—13-HTA 7EM Bt T WK} 2
W, i1 Pd-SSZ-13 1) 49.5umol/g 27 &
Pd-SSZ-13-TA f{] 80.9umol/g ! Pd-SSZ-13-HTA
i) 114.5umol/g.Pd—SSZ—13-TA 7ZEM Bt 11 W b &
52 Pd-SSZ-13 A A K {H Pd-SSZ-13-HTA I
fi,Pd—SSZ—-13. Pd—SSZ-13-TA H1 Pd—SSZ-13-HTA
TERYBE T AW 2001 2 31.8,32.5 Al 11.1umol/g.
HAUK AL P T3 NO, S P X, i Pd-
SSZ-13 1] 81.3umol/g H#4M% Pd-SSZ-13-TA [¥]
113.4pmol/g #1 Pd-SSZ—13-HTA £] 126.2pmol/g.

DL 2 SR B AR 7K S A Ak 2 8 3 2 ik
FE T B LR B R T = T NOK IR SR B &, v] g
EPFIK AL IS SSZ-13 21f Pd 435 sH 4, 7] JH
T NO, W ) PA™ B 707 55 5 247 X AT WL 1,

FKEAET NO ATLALUK S PA* B F—IE RS R &
Y P (NO)Y(H,0)5) 1) & 2 W bt 75 P o7

G KEAE T PA-SSZ-13-TA il Pd-SSZ-13-HTA
5 PAd-SSZ~13 Wit NO, PERER BT ede 38 1) 3= 22 5L Al

300 - - 600
(a) NO B I Bt ith 2
—o—Pd-SSZ-13
250 - —e—Pd-SSZ-13-TA 0 i) 500
Q
& e
\S, 200 | X " ‘ AR A5 :“ﬁ ! ) -“AA e 400
e | rashaA AR i il S o X .
¥ ¢
5 | <
2 1 7300
= mE
2 olll
= 100 ] 4 200
e /

e 100

5 1H) (min)
O)NOMIR  moggh Omn Pd-SSZ13

140 O W1 BRI Pd-SSZ-13-TA

120 = O EHT WK Pd-SSZ-13-HTA
e ZIM = 7 = V]
>§ 100 = = Zl=
2 80 ]
= 60
B
% 40

20

0 cyer cYC2 CYC3 CYC4 CYC5

2 Pd-SSZ-13,Pd-SSZ-13-TA 1 Pd-SSZ-13-HTA ]
NO, Wit B it £ B A6 PR FH W B =
Fig.2 NO, adsorption and desorption curves and cyclic
adsorption capacity of Pd—SSZ-13, Pd—SSZ—-13-TA and
Pd-SSZ-13-HTA
HEA HE:200%107°NO,2%H50,10%0,,N, 47 W B 18:100°C

MK 2@a)i& 7] LLE H, 5 Pd-SSZ-13 #t,
Pd-SSZ-13-TA I Pd—-SSZ—13-HTA 7F i X it
[FINO, A BT 140,15 NO [ B i 25 1) i X B sh A
S HEIRIE,Pd X NO 4 & v+ Pd” midih B NO
I B 355 2R B B L Pd -NO JE Uit A7 T
HZNO!'* P pd —-NO KK 5 Z-[Pd* (OH)]
A7 5AT 5%, DR ML FACFI 7K #0420 Ab B AT B A 388 n 1
BT Z-[Pd™ (OH)] 7 o5 (i P 2 AL AL B s
Z-[Pd* (OH)| 17 »5 3 N o % W] fig J& Pd-SSZ-13-TA
ERY B 11 WL T2 NO RN K THEZ NO,
(9 SRR T KA Z AR AN RIS Z,-Pd™ 7 1 189 Jon B8 22 ]
fit /& Pd-SSZ-13-HTA 7ERTE: 1 WLBfifisf7 T 52



4200 HOE

R 45 %

NO, 1 K. Wang S5t 4R1E T AK AL AR BE 5
(] PAd-SSZ-13 FEM M ATH 2 (1 Z-[Pd* (OH)]"
H Z,=Pd™ fir s 25 SR,

508 B 185 B AR 6 S N, I B PA-SSZ—
13 ) 78.2umol/g M4 N % Pd-SSZ-13-TA [
107.5umol/g F1 Pd-SSZ—13-HTA [£ 123.1umol/g, /N
[F) W B R 2R T NO, 1) I B 15 5 4 58 4. 5 b, 5
Pd-SSZ-13 #H tt,Pd-SSZ-13-TA #I Pd-SSZ-13—
HTA 7E =il N A1) NO, B /b (K] 2(a)), 7T e #4URI
IKFAEAAR RIS W B 7SR TR RE A8 fHE 1 NO 44K 1H
PdO, PFiyg/ A K.

Kl 2(b)25 i T Pd-SSZ-13. Pd-SSZ-13-TA Al
Pd-SSZ~13-HTA ft 5 Wit FEFR R NO,
B 2 10 A8 Ak B 4R ) & ,Pd-SSZ-13 F1 Pd-SSZ-
13-TA HA B IME I ESE P NO, W b 5l
A0 FH O K0 i Ak Tk B AR Ak b L PA-SSZ-
13—HTA W Bt NO, P fi B A58 FH 808G 0 52 2898
B NO, BB E S 1 I 126.2umol/g
FEE5 5 BN Y) 96.1umol/g, =T Pd—SSZ—-13
TEEE S5 IRAT B W Bt £ (71.9umol/g), H I K T
Pd-SSZ-13-TA #£ 5 5 WA H B 18 W B &
(115.4umol/g). LA b 45 R 3 8, BAR FARIK #4224k ik
AR RESE =1 PA-SSZ—13 Wt NO, [t e, (H #AE AL
b 5 R RE B (PA—SSZ—13—TA) B 5 4 () 41 B4 A
MiaE k.

2.3 WRPMFIE AR R AR A R

231 JCERAMSTEE R W XRF MK 25
H,8S7-13 Fl Pd-SSZ-13 (1) Si/Al k435l 7.5 Fl
7.8, 5 ) SSZ-13 43 F iR Si/Al Lh(7.5)4H ]
BUAHIE M %S T ICP—OES M 45 5L, Pd-SSZ-13 ' Pd
MSERR & EoA 1.64wt.%, B IK T Pd HELS fik &
(2.0Wt.%), K BB 128 #rifil % PA-SSZ-13 [ fir
R T H45) Pd.

2.3.2 N RGP IRLS R A 3w CUR AN
FEATT Ny W5 B A5 2 38 75 6 [l B aliobe S5 3 H 4k
SR 2 (IUPAC)MUE 1K T A5 £, 35 W BT A R b
34 5 I LS R, U ] PSR M SRR P
A AL HE LS AG AT I RE AR A A8 SSZ-13 1k
FLEFFE.

M 1] LAE 5 SSZ-13 ALk, Pd-SSZ-13 [
BET Lt 3% AR A AL AAFR B AT FRAK, 55 2 A e 471

B PA YR R TS 4 IR T AN LTE A O
LS HEERI 251K PA-SSZ—13 A G, SURIK $ 2 k b B
Jei B il b SR T BRI A AL AR R HE— 2D B AR, vT R S5 A
FKAZACKE B T B T I7 1 2 ALAL 2 & 4
T FLEAA R AHME ] 5 5 PAd-SSZ-13-TA Fi
Pd-SSZ—-13-HTA 1 Lt 3 [ AR ANl AL AR B AR A
B PN, vl R 5 2 I T e g R Rt T fLiE
P AL RN BT B T AT K A6, Sk kb
T RSB S (PA—-SSZ—13—-HTA) AH Lt $h 2 4k b 3 (1) kE
it (PA-SSZ—13—TA) 7E 4G A% T i i #0255 = 1)
bl R T AR FIBCFLAR R, 1T R L B AT B e ) A1 A A
AR PER RN 2 —

250

——SS2-13
——Pd-SSZ-13 :
——Pd-SSZ-13-TA [
200 ——Pd-SSZ-13-TA-CYC

o —+— Pd-SSZ-13-HTA

& —— Pd-SSZ-13-HTA-CYC

on
B

5150
‘%
s
=
=
100 b
50 1 1 1 1
0.0 02 0.4 0.6 0.8 1.0

HIHFE ST (plpy)

3 ANTRVRE AR N TR P 483 2
Fig.3 N, adsorption—desorption isotherms of different
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Table 1 Surface and pore—structure parameters, crystalline

size and relative crystallinity of different samples

BET b BUALAB iRl AR 4d

v

i HBmYe)  (emYe)  (m)  FEC)
SSZ-13 684.3 0.25 434 100
Pd-SS7Z-13 650.4 0.24 46.2 94.2
Pd-SSZ-13-TA 580.7 0.22 459 95.4
Pd-SSZ-13-TA-CYC 621.3 0.23 48.0 103.3
Pd-SSZ-13-HTA 504.8 0.20 47.0 94 .4
Pd-SSZ-13-HTA-CYC 579.7 0.22 47.0 99.5

VR AT I8 (26=20.8°) i) - 6 55, 1 Scherrer J7 T v 445 51 R
FTH A (20=20.8° 25.2°, 31.0°) 50 HRJ%E 55 SSZ—1 3 W A7 5 e 5 i
FE2 L

2.3.3 XRD 73Hr&iR A 4 n LA T AT
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55 SSZ-13 Ry /NLA it A 5 BRI /K AT E
A7 S0 Ay 25 Pd KT R AR 21 5 Pd 4 Ff
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SSZ—13 43 i A 1 1) 43 B LA k.

IR 1 TR AN [FIAE it () SR RS S AR T 45 5 T
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PORZRKACEA AL B UL S A FRAL T JERE i (1) Stk R
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Fig.4 XRD patterns of different samples
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spectra of different samples
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2.3.5 XPS g K 6 45 T Pd-SSZ-13.
Pd-SSZ-13-TA Al Pd-SSZ-13-HTA #fi Pd 3d X
XPS /3 H14E R Pd-SSZ-13 7 337.03eV(Pd 3ds,) Al
342.40eV(Pd 3ds) 4k BRI ] U & - P> T 7
338.23eV(Pd 3ds;,) M1 343.99eV(Pd 3ds) H B 55 1
afHJE T PP R B A ki Pd 2
L M7 PA B T PAO. PA(OH), %5) IR A5
16, B AN ] s A /b PdO,. 5 Pd-SSZ-13 AL, Pd—
SSZ-13-TA F1 Pd-SSZ-13-HTA F a2ty Pd
3d XPS {55 58 2 35 B, T fig S5 ARK A& ik
P R P> TR Pd Wb ) LS R A T
TR AT PP X R A W] B IE 2 FGRIK 4k
A FE S B Pd MR B 4 B, Z-[PdP(OH)] A
Z,—Pd> 37 1538 22 (1 5 X Wang 25t A Sk e
e AbBE PA-SSZ-13 I 2 R A= 1) Pd W)t i) 431 Fii
FLIE AN FET R 2 S8 Pd (1 XPS {55 B #0059 1 R
[25].
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FEAEHE T Pd 23 1 R B AL AL B A b Pd
3 WO RIORE SE /N A7 R T Pd AR 78 53 ) H.

Pd 3d XPS

SR (a.u.)

Pd-SSZ-13-TA 13-

Pd-SSZ-13-HTA: /7"

348 345 342 339 336 333
LEETRE (eV)
6 ANIFFEAL ) Pd 3d XPS %
Fig.6 Pd 3d XPS profiles of different samples
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Fig.7 TEM images of Pd-SSZ-13, Pd-SSZ-13-TA, and Pd-SSZ-13-HTA
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2.3.7 NH;-TPD Zp#r4s # 8 43 T Pd-SSZ-
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8 2 ek D 11 SRR 7K B2 A A BRI 4y 01 S
Al FETEB R AT N9 ) — T L HRTK ez b
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Fig.8 NH;-TPD patterns of different samples
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Fig.9 In situ Drifts results of NO adsorption on
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