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Reaction mechanism analysis of exhaust gas catalyst using energy dispersive XAFS
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Energy dispersive XAFS (DXAFS) was applied to investigate the redox reaction of Pd / Al,O; with a time
resolution of a few milliseconds under gas flow condition. The results showed that the rate of the oxidation
reaction could be divided to two components at the low temperature region and that the rate of the reduction
reaction was slightly different from zero-order reaction. These results had not been obtained in our previous
study using Quick XAFS(QXAFS) measurements due to its limited time resolution. The high time resolution
of DXAFS enabled us to observe these behaviors of Pd /Al,O3. Thus, the availability of this method to study
the dynamics of heterogeneous catalysts was confirmed.

¥—U—FK: DXAFS, fififit insitu &

1. IO

PEH AL 213 U6 & 3B AR — Rl %,
PEREM) Lo BB E L BEE L. R af
e TON TV D, ITHFETIEFTE 2 EL)E
I % F2BL3 2 72 8O (Sl SRS D AIFSE &
WEE L ZNTWD, FRICHMEDFH & 42 526K
BRI T DAL OB AR5 2 L3k
HHILTVWD,

XHR IR & (XARS) 1, 75 H Jo# Offi %k
R E DR TE 20 FETH D,
XD B BIEMEZ 157> L7z in situSZER 23 TR
AT TEY | H ARSI 2 614 L
TeBREE T COXAFSHIERE R 1% < #ds ST
WA[1],

TR L F = BIUXAFS(DXAFS) 35 2 U 7
DE WIS fRIEZ FE D, ABEROS D 2 < ¥
BT OEEE L ZBETH N TED, 2
5 LB A A L CEZ2IC Lizin situ v
THREE & A % OGS S B TZEROXAFS A7 K
VDB AEREIEZEAL O3 R I 72 i i

HLATON TN D, —J7 TEBEOMEEIT SR H A
T S T A T A 7 o —BRER Iz BT
WA E NN,

2T, AAFFETIEPAIALO Z 3k L TR
b« BT DODXAFSHIE # 1T > 72, A7 1
— X A4 FDinsitut L EFIH L. ERICITVERES
TIZBUWTDXAFSHIE 21T - 72,

2. FEB:

i >5 wt% Pd/ALO; #J200 mg% L » h
IR LGl L, BIEICHE L=,
DXAFSHIE 138 = R L — N ZR I Te A
TR R FE iR O NW2AIZ 38U T EHi L
770 HARAEE. insitu B/LIZE—LT A ik
i Ol 2RI H Uiz, #2130,/ He,
HEICIZIEH, [ He W A2 ZNENHWTEY | #
FEMNS %L 725 X O H AIREETHME L=, HE
FROBIEX A2 X1 12T, 7 e —lEICxHS T
XDHEHITHEER L. T U M AO—E % DI ER
B M EH(Q-mass)IZ B YV iA T, T AR DO HE
HIT o7,



fg{b., & ITH&1%200, 300, 400 C D3-S DIRJE
FCiToT, %h%“h@hf“(?ﬁﬂﬁ?*f%ﬁﬁ
400 CTHBt Ak, B LERICEEH D
T ORREIZ LTz, ZD%, Hel A&7 1
—rDin situt MZH, F 72130, 0 A &8 A
XAFSHIE & Q-massiZ L 2 W AT 24T 72, 72
B, insitu /L ~D A AE A & XAFSHIER 1A D
A TIIANREIENC LV R ST,

HorRBox
R RBoxEE 512 #RY 7k g

=H% > I

M
AT P
WRIERE

3. BEBIUEE .
[z

[¥] 2 12 400 ClZH1F 2L DXAFS H
EfE R AR LTz, 244 keV fHFICBIIE NS
XANES DD 90 7T TZEL TV DH 2
ERbND, HBoNTm AT MVHRTELD KR
XUV 24367 eV 1T Té%tf@ﬂ#?'ﬁw{t%fﬁb\
T, LI O B RS % i

Time / sec

T T
242 24.4 246 24.8x10°
Energy /eV

Absorption Intensity

1.2
3 T 400 deg.
o 0.87 —— 0 sec.
N 24367eV —— 10 sec
= | .
c —— 30 sec.
5 0.4+ —— 50 sec.
z R —— 100 sec.
004 | | _| 200 sec. |
24.30 24.35 24.40 24.45 24.50)(103
Energy / eV
B2 400 Ciziif 28b)sF D XAFS 2

~N7 ~v

IZIFKIEE RIS D 24367 eV IZBIT 5%
HEORMZEE R LT, &7 07 7 A VIdH
R OV TR b 24T - 7=, 200 C &
300 COWIEEZEAIE 50 FFLE £ ToE T
HENRY & ZRLBEOEND 2 bl d
EEZBND, —J7T 400 COWSEEEITIF
F 1 RBUSICHESTWD EEZLND, BEHRIC
X% & PAIALO; DERLEINE 1 RIS TH %
LEZLNTWVWA[2, L LELNTEREND
VAR SEIE I A D BB 7 &R o f i
RNFET D LRI ND,

£7-. LANCFEZR T QXAFS Z2FH L THIE
U 7= BRI D ERE MM SO RRREE TH D Z L,
FOSHIIOFEM e 2B 2 2 5 Z LIXTE edn
-7,

F 72, X 3(b)IZiE Q-mass D miz =32 IZ8I1T D
4'2]'/ BV IRE ORI 2 b2~ LT, IRE EA-

IZEE, BEDONE S BB N TWDS Z &N
DD, THUIAMESSC X D EEE OEE &N
BML WA Z EEZ/RLTEY, 200, 300 CT
IERAL OIS DI SERITHEIT L TNV 2 & 3R
ENTWD, ZOFERIT XAFS 227 R LDZE
{LEOMHR & —E L TW\5D,

—— 200 deg
1.12 —— 300 deg
—— 400 deg

Absorbance @ 24367eV
(Normalized)

T T T T T T 1
0 50 100 150 200 250 300

Time / sec
(a)

% 10_9 7 —— 200 deg

N s

10" -

®

-‘g 10

‘g T T T T T 1

= 0 50 100 150 200 250
Time / sec
)

3 (QFIRFEIZHT 5 24367 eV IZBIT D

WAL (b) AEEIZEIT D Q-mass D

m/z = 32 (2B D15 FH8E



By |

WIZ, 400 ClzET 5L DXAFS i
Eﬁ%%l4_rbtoﬁﬁﬁMiﬁ6m%y*
THET L, BLEISE LY WS TH - 72,
F7o. BRI & RRRIC B B IR S TR
EIToTfERAK 5 1Tk Li-, RERSZRTIE
BTG DR 7' 1 7 7 A TR S TR A
L7ahnotz, ZHUT Hy W ARENMEL | AR
IR RNICHHR S D KFEDO BN K
JEDREGRIZ > TWDH T EEZLND, 5
B Hy fA1E F D PdIALO; Mg Tt LA E
X D HEHWNE D EHEERIN D,
DT, WO DR ZkIE 0 ROEEERINIC
WC—E LW Z Enbod, ZIUIRE#R]2]
WHMEINTEY ., Bb/3T7 U0 LR -NEL
DOERFEF - OB BN & k13 1 D8 7o S D
RN BOSHIH & B TIE 25 Z L ICHET
HEEBZOND, ZOX)RFRREE KM LT
FEP T A7 —JETHLENTEX 52 L0,
ARERRIZ L VRSN,

Hﬂ/\
75

Time / sec

T T
24.8x10°

Absorption Intensity

24.2 24.4 24.6
Energy / eV

= 0.8+ —— 0 sec.

o 24367eV 2.5sec.

o 0.4 — 1.5 sec.

= 15 sec.

IS 7 — 30 sec.

S 0.0+ —— 50 sec.

P4

T T T 1
24.30 24.35 24.40 24.45 5,4 50x10°
Energy / eV

M4 400 ClZHIT HETTHIGT D XAFS A~

Ut @ 24367 keV

I I I I I I
0 50 100 150 200 250
Time / sec

BT % 24367 keV |

X 5 AR
FEZEAE

B oWt

4. ¥t

Pd/AlL,O; DEELIEITLIIGE , A7 1 —ER5E
G, DXAFS iEA2FIH L CEBR L7, IKIRTO
FAL S G 2 fAT 5 & Josid LSS #HE T 2
B h I ERRENT, Flz, BEILKL

TIE 0 REJSIZEEBIZIIED RN Z R EN
to_h%®é@imwﬁﬁ THRRE A L O
DXAFS HIBIZ L 0 iU THI SN TEY | K
FIEORY— RO ~DF A% 8 < 7R
LTW5b, ¥7-. A7 —BETTO Pd /
AlLOs DIEALIEICI S DZEENL, e KBRS
R T in situ FEBRIZIAT 72 B D DB 2872
AT EEZLND,

A% DIRE

HAZFIH LT insitu F25R CTIX IR O
ICE KRR & F N E BT D ENHEEE X
BILA, BN E—A% A LAOFTHIEITHK
RHEFHAT D10, HATA U OREESE
VD DT BT AT R AN R S .
NRWNCEBRAFT 5 Z L B ATEEIZ 724U, in situ
XAFS FEBRNXALL BIMED m Wt FiE L L
TIHRAENOTIEH WM EHFL TV,

BEE
AFEIT PF O X v 7 DOXEO G & Eii X
NELE, ZZIEHOEEZERELET,

P 2B N

[1]%] 21X, Nagai et al., Phys. Chem. Chem. Phys.,
15, (2013)72 &
[2]Katayama et al.,
2012, #30, (2013) B

Photon Factory Activity Report

BRFEFARI
L,



