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3. Fe¥*ZFeICEBLHATIXRQOKEN, R)ICHRD EMHDTE I DIZ WD, KR
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el R aBE 2 CRBETIL, HoEribam s
EATFEERK - BEKLEIZB T, WERkDB—F%R 7
= MRS ORMEZE RS S EmMERE D AR D
AR FTRE T, FEERETY (AT v ¥) OFAENE
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REINDEIREKBILTHY . MU, MUIN)IZZENRZE
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Tho . 2Mhe3MbEBA 4> DEEH AT 224 | R ST j
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7 = v b USRI T D Fe(l) D> HFe(IN)~D AR ZRHE S5 v AT A& GHE L, REEEIC
B 7T v FORGFE TEL Tz, REFFEHEO FERIZ V. Fe(ll)-LDHEM T4 _EFL o 4 Kk
CtBCHAERE) NEBITEIFENER SN, @WBILOMERELZ RT ZERHLNERoTe,
DX DI H T BlR - EED TG L TR EoMEER EAER SN2 & T, KOEAB L UVADERAT
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~OBILEEDFEOM L CHCHABKRED T V2 MR EFML) | 2FEBRT I, LEE Al
LOBAILERFI L, 2HETOKOERAE L VADEA TOHMITHS T, Fe(ll)-LDHfffH & - 4
SefbBE D AT, KREBULERIZ L 2 HATHRFR COEHE U7z, 8 fbiiic i, FeS* 2 Fe? ~iR 7 5 /-
DO+ IMBEHENEZAET LI ENAOLNTWD E{ETFT & > (TiOy) |, [E{b¥ v 7 A7 > (WO3) |,

[PV UBE A~ A (BiVOy) | ZFIRL, 7 =/ — VORI EMERECFe(H) 2> 5 Fe(ll)~ D% 5t F
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(IEgil) Z2RAlz, BRI, HERIEAHME LT T =/ —)b, WV RUERE U CHERE, RmiGhE
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[1] 7 =4 > #BhFe(1l)-LDHAER > BA 3
B Fe(ll)-LDHfED 7 = > b U MfE L 7 =4 U BB 3R

Fe(ll)-LDHfitift > —Ff & L C __sof 1100
Fe(ll) & AI(IIN) THERR S 5 0340_ s
FeAl-LDH (CIi | pH=7 T : o 180 =
FeAI-LDH-CI) &, fEkD Aty S 30} 160 §
—FR 7z bkl L CTH .5 3
5% 2l DREEE (FeO) =7k gzo' 140 3
a8k (a-FeOOH) . Fe(ll) 5 10} 100 2
LA DLDHAE AW T 7 = / © a
— VORISR L D7 = 4 8800
N MERE & BEAM L 72, Ho020 2 “ho

A L AR RO, FeOX® Catalysts: solvent

a-FeOOH., Fe(INFELIA OLDH  m15  Agsfst & 7213NaCl, NaxSOs or NaNOsAK ¥ T 7 =
EMVIZARTIE, 7=/ =D o Nl d WD T = ) — VIR LR L CO~DEELER (B
BRI L A EEITET . BbEhR) ol

DT F— Vi LRI < 20% (i FeO, (a) FeAl-LDH-CI- (pH=7T3A%&L) , (b) FeAl-LDH-SO4*"
FEEEIZ o 72, —J7 T, FeAI-LDH  (pH=7TH#HH) . 7= /7 —/L : 20 pmol, H20: : 600 pmol, FEH :
ERBECHOWEHA TIE, 1RIE MAEZIK0E6MT MY T ABKEIK 20 mL, FBSRE : 30°C, K
100% 0 7 = / — ViEfk R g iEH : 60 min)
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RSN, D ORERIL, LDHIEETICE ENDFe(INERE WY = o b U MEEZ R TIEHMETH
HTEEEWRLTWD,

FEAI-LDH®D 7 = > b Uil PEREIC RIE T AT =4 U O EE (7 = F B %E) &+ 5
e, T4 UEiBRMA L LTERES Y U A O KA T CRBEO KIS & Bt Lz, S RlFEdE L
T = UEON, WEA A (C1) | BiliEA 4 (S042) | WA 4> (NO3) ZIfESH/-%T
X, KEEBER & RER, 1ZIE100% D 7 = /) — V(LR EZZER Lz, 2 b O 7 =4 FiAFeAl-LDHD
T MBI RIET R A FEMNICHE T A0, BRI RARY T D CO~Difin b (4
b)) CTolkmEiTo7 (X1.2) . CODAMET, {FESEL T =4 OEIZL > TKRE
<AL L, Cl"<NOs < SO DIEIZ AL B D f] L3RR S Av72, FFIZSO2 & L fF S 72 R Tl
MRS 3R ITHI50%ICEE L, KIABER & R THRILSHE L oEmWIEREEZ R L=, £ D7, FeAl-LDH
I\2S04> % H #£[E b L 72 FeAlI-LDH-SO2 OFR I 21T\, £ D7 = b U HERE L R L 72, FeAl-
LDH-SO2 1, AKEBHEP TI AT =F U MBRIRZRBLT 5720 T kb FHI L TWY
L FeSOKER A AW —FR 7 = M UBROGE D RILTRE & S W LR R 4 R LTz,

LDHFEENIZE £ D Fe(I)FE & SO D& 1L, MW7 = b U MEREZ EBLT 25 72 O Ol F
WERHTHD Z EBRERINT,

B FeAl-LDHfE I L B3 7 = v bV RIED A 1 = X HIBEF

FeAl-LDH-CI~ and -S04 122\ T, XRD, SEM-EDX, UV-vis$ X ONXAFSHIEIZ LA F v T 27 #
P—va v &iTo7c, XRDIEDHE RN G, 4 FEIFHH L 72 FeAl-LDHARSEZ (X, LDHIEE O, A5Hl
ME L L Ca-FEOOHL FEND Z ENbhote, 7o, SEMBIZEORE RN G| W OFeAl-LDHIL
(2, 100nmEh LY A XEFT HRTOEAERTH L Z BRIz, £TEDX~ v BV 7 DOff
F D, FeAl-LDHZ /L9 % t#% (Fe, O, Al, CIE 7213S02 H 3k DS) 1342 TR —EATICFEE L TV
L2 EBBERENT, IRDORERNS ClmE 72135042 % [ Bk L 72 FeAl-LDHAFE TX TH Y |
Fe(INFE & 7 =F U FEIZ+ 3 S L2 @ PTICFEE T 2 2 03 b &2 572, FeAl-LDH®DFe K-
edge XAFSHIE 1T > 72 & = A, FeOlZH Ll DFe K-edge XANES A 227 M L3R &, A7 kb
DE—7 hy 7O x)F— (7130eV) IX. FEOLFe,0:A XY ML D E—T vy TR )LF— (£
IZENTL28eVET132eV) OMICFET 52 & bR I Nz, 2D OREFIL, FeAl-LDHfRE H (Z
X, Fe(INFE7Z 1 TIEZR < Fe(INFE L FTET D 2 L 2RI L T 5, £7-. FeK-edge EXAFSA X |
JZBW T, JISE L7728k DKL MICH kT D Fe—Opm MBS N5 E—2 (K1S5A) nEL
L CHERR STz, 7SIV 7 OEFRAEMIC R T D Fe-Fefi A ICmBEN D B — 7 (2.7 A) ORI,
FeO L Fe03 & bR T/hE W & b ER &=,

INHORERNDG, FeAl-LDHf I R 213 S0 7 $kFE L 13 2722 2 1RG R 1Mk B8 O 2 Fe (1) FE 23
HFELTEY, TN RNR 72 FoMREEZERTIEOOEEMETHDL Z EBRBEIND,

BT = BN AR A R L72S042 1E, Ho O 8 ST 5 Z LI kv | i1 7e b 1% A3 ikt
it A A4 (SOs*) ZARLELZ EnmbENTD (K(Q3)) .

S04 + H,0; 2 SOs2™ + H,0 (3)

SOs> X0, FBIOBLFHEZ /R T Z ENMBNTNDH LA XY THilE A 4 (S0827) ZflioT
KEE P DOFe? ZiEMHL T oG b RSN TS, EROBERE INETORER LB E 272 £ T,
7 = ) — L OBALSIRIC T HFeAl-LDH-SO2 D 7 = > b U R A 1 = X L ZH#HEE L7~ FeAl-LDH
EDSOZ EH 0 KET 5 2 & TSSO WAEMR I N=#%, LDHETT =4 v &+ L&
\CAFAET DI Fe(INFEDS, AR L72S0s> L EHIC 7 = > P U UG Z BT 5 2 & T, 27 m72-OH
R EREN., RS L THERNR 7 = ) — VORBEOMNER TELERZLTWS, KI5
BT DT =4 A B, FeAl-LDH EDO N Fe(INFEIZ X 22 BA0 72 7 = > b U UG & R
Lo TR Thor B2 b5,

LDHH#1&E D A HECLDHA OB A 4 OB L FHET 5720, MU EMIN)DOFEE %4 2
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THE# 72 LDHO A 2 pH=10 (CI'&) T ZA7=, M) EMUIINDORAA D E LT, Fe(ll) THEE L
TMNDFEZEZE T L7254 (Fe(I)MI) 1 (A)) . Fe(HI) THEE L TM(INFEZ Z T L 7254 (M()Fe(I11):
(B)) . Al THEE L TMUNFEZZE L7=5HA (MADAIIN) : (C) D3 — 2 THE AT 72,
XRDZ3 T DfE 5. (A) FeAl, FeV, (B) MgFe, CoFe, (C) CoAl® F+5Ff3H CLDHAE & 2 s & iz, £ 7=,
WTNOHEE S KBECEALY I Bk 5 A E b iR S iz,

Tz ) = VOB SRR G B BRE Lz Z AL (A) Fe(IDM(ID) Tik, ABFIE TRATZETDOr — A
IZBWTCODAEMMNIER STz, LA LR 5, LDHREE ZIRA T D FeAl & FeVix, @ W EER(LZ)
RERT T ENHER SN2, XRDOHT 25, (003) & (006) i (i & & 715 LDHD @A 1 12 sk 4~ % (]
e —27 OMENRKE (LDHOFEMER ) FeAlZS, FriZ@m WML REZ RT 2 & bbho
2o —H. (B) M(IDFe(111)<>(C) M(IDAI(I) TiX, LDHEEDF I 0vb B3, CODARITIE L
I EERTE Mo T,

Pl kX U FeAl-LDHIX, LDHHKOINIFe(INFEDTERK &, Bhfiiit & U CHfET 27 =4 v 2 HE
AL TEDRMEE PR o TR AR Y — R 7 = b UETH D Z LR E NS,

[2] LDHDNfE/ER 2R B3 5 Fe(11N2 b Fe(I)~DBITHEAMIE CtH CHEAKE) DB
B FeAl-LDHAREE O S FHEEMMCTRIR

FeAI-LDHIX, M ZFe(INFEE 7 =F U #iBI I RIC LY, MW7 = b HEREZRT OO, £0
PEREIT R+ TlidZe <. RUGFERI OB, ZOMENSRICVK T T 2HR bR I TH
5, ARFFE TR L7ZFeAl-LDHfiEE S . T1. (XU HIC (BFEERSE) | TRk 7 =0 b
VIISOFED 5 B 12, rfirs (L) NAR+4r1 & 13 Fed i b Fe? ~ D& It i A4 SUs 3
FZ0IT W] OMBERIICIZIREE> TRV ERREBREND, ZNODOMBESEZMERETE 5
kIR FHFR S 215 2 7201, LDHO MR EICE B Lz, WL OO LDHIZ = R L ¥ — %8 A
THZEICED, LDHF O21fi L 3Ok & JE A A4 > M TMMCT2 R+ 28 E2HF LT\ D, K
W22 Tid. FeAI-LDHD YEFFEEMMCT IR THRIELT Se” & Fe(I1)2 & Fe(I)~D & L B A KOS I E H
TOHNEOHAEREIZE ST, 7= bMBERISY A 7 vom EE B L,

f:/e{AI—LDH-CI fil 8L (2 Ay 80 | 138 © : (B)

HIeHRE (W >420nm) &M (A) 50 | Fell/Fell
WLEESGO, KEEd 60| =0.34
BT DT =) —Ninh 560_ ol
COr~DBALs A BT S _ _ 0 pon

L 7= [X1.9(A). i m (6) With VIS. light 80 (b)

mFEEELT) ok o | W (>420nm) 2 g pempem

LT 0 mint AT S 0 g 40y =024
21f5 b OHEREDO EatiE O 2.
MENE, COEREE G Without light oAy
B9 % 7=, Fe(2p) XPSH (Dark condition) :g —
A K D R T #% O 10| =0.47
FeAl-LDH o % i 4y 47 % | 20|
v, RS #i % T o 0 30 e 90 °©
Fe(ll)/Fe(Il) kb % 5 H L Reaction time / min 720 Bimﬁ’,g energ}z, oy 08

72 (M1.9(B)) o BUBRIO 1.9 (A) JHEE (BFTT) ERZAEEHE (0> 420 nm) BHET.
Fe(11)/Fe(l11){X0.47T& o> FeAl-LDH (CI', pH=10THK) 2 VBN 7 = 7 —/ 5 5C0~D
DR L, T bR (ERIESHR) OREEE (7 =/ —/v: 20 pmol, H202: 600 pmol,
B % O Fe(l)/Fe() 13 B« FiA30 mL, RISIREE : 30°C) | (B) (A)IZI 1T % FeAl-LDHff g D
024 B & SURHTE  RISHTHE DOFe(2p) XPSA~Z Ol ((a) RISAT. (b) HREE (6
RTHEETOFUND FTT) TORIGHE. () WHEHR (A>420 nm) RHT TORER)
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FHENHEINT DFER L o7z, —FH T, AR (A >420nm) Z U L TG L 721 O Fe(1)/Fe(111)
X034 HH &N, BT F OIS LB AT, S CFe(INDFEREML TWD Z & HLHER T
X7, INOHORERIZ. 7= M URKIGHRIZAERMRT HFe(1)23, FeAl-LDHE & O YeftifEfEH > E
IFAFEMMCTEIRIZ L o> TRe(IN)~EILHAEIN D Z & T, 7= MRS @b S vz
TEEREBL TS,

JHEMMCT R R 2 2N A T 5 72012, FeAl-LDHBE A W /- BE BT T CO RIS . TR ERR
(A > 420 nm) % BEA U 7B O MR LRI RIE T B A THAE Lz, BT FClE, T OMRIIE
REM30 minARE CRPRIAR T Lzl L, BEAT F90 mind SO 12 rIB AR (A > 420 nm) % PR
THZ LT, TOMEBLRRITRENICH LU, AR YRR RS %90 minPLN % O BB L 2h = 1%
HIT0%IZE L TWD, ZORERIZ. BITFTO 7 = M KIS L o THER L 7= 855 e b4
Y73, FeAl-LDHfRIE D SFHEEMMCT 2R Tk 0 rfRECTH H Z & A RIB L T 5.

F 72, FeAl-LDH/FTOEMIC L 5 EXALF G bEt Lic, 7 =/ —/LAF{E T T+0.94 V vs.
Ag/AQCIDEJEZ AN L7223 & Al AR O ONIOFF R 2 s L= & 2 A, B tIS% M Ot
TToBEROME) PHERINTZ, —H T, 7=/ = VEZERMLTWARWEREEDO T, Xt
JISEMEITIZE A EBR SN e o Tz, ZORERIL, SHFEMMCTRIRIZ X 5> TFeAlI-LDH EIZH 4 L
Tht T 7= /=t LAIHERDOBENARETH H Z L2 REBLTND, :M%@#%ﬂ
5. FeAl-LDHfili i 2 Fl v 72 6 RS IS & 5 R (L 2 R\ Lo BRI IE, JifE MMCT 2 i
quw%ﬁammwﬁﬁﬁéﬁmwﬁﬁjkft%ﬁ%&m%m@%ﬁJamo#%z%héo
B B EMMCTHRZER LZFeAI-LDHAMEE ETHO 7 =V FURIGDHE A I =X A

FeAl-LDH il i I G o ¥ 75 & MMCT %) 4 % B ‘;a on
BLET =y by RSO AN = AL EHLUO HOp 71t ) @
WZHEE L7z, FeAl-LDH Lo #iBh 7 =4 > ‘ OA- Intergl'%cgggs
(A) EH.0 DRISICE > TT =4 HkD
WEEE (OAY) Alin-situT/ERL S /=%, LDH ’ Fe(ll) 55
ECINFe(INFEE O 7 = v b v RS S AT

5L TOHMAERENS, Zhicky  BET Fe(lll) Al(I)
HHT ) =R T = ) — VBT Lo T3AE FeAl-LDH %%EMMCT

T 5 A AR OBAL SN ZER I N D,
A~: Anion OA~: Oxidized Anion

7=y bR RBIZAER T D Fe(lll) X, FeAl-
LDH & & 0 6 % EMMCT ) 12 & - TRe(i)ic 111 HEBHEMMCTEIR &5 L 7 FeAl-LDH

LT S e BT Lo TroAll) Loy BRETOT =Y PURIEOHEA D = 2
T 5hh, T RHHABERYOBILICHESIND, ZHICXED, &y b
ke A4 7 VDN ZER I N b D EHESIND,

[3] 7 =3 > AiBhFe(11)-LDHME At Ml o B 5
B OEFEMMCTRIR CtECEARKE) &7 H LcFeAl-LDHfE D FRE

FeAl-LDHf i 1T RS FicB W T, @7 = > b tEfEZE R L. Fe(ll)2» & Fe(ll)~0D % o4
POGOARER R S i, L LR b, HHCHAERREZRE LZARICENTS, %@%ﬁﬁ
ENRIIRTE+ 0 Tiﬁ< M ZACIT A O LDHAEIE D AR (81 A4 2 O ) bR I iz,
H U7 gkA A, LI (ﬁ%%%%)yﬁ7lybyﬁm®%%ﬁkbf*ft&@mg
Z§y9(ﬁ¥%%%)%¢@glkﬁéoKﬁ%@ﬁ%%&%%k(%%m)%H%#k@mc
BeA F OB L, 2 F 0 iEFe(lI) 2> H5Fe(IN)~DETLHENRO FE /2 D ENFRIE N AR L2 D,
BrA AR AE VD HER DY — RS T, cOHEFe¥ 2 E k3 5 it (K(1)) & -0 L Fe* %
T 5B EOG (K(2) Oft, 071 ko TRe¥* & Fe?* ~&E 5t AT 505 (KX(4) AL TND

Fe¥* + -0y — Fe* + O 4)
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DFED L, RQOMIGEZRETENIE, X@OKEEZRESELZ LICHERY | FRELT
Fe(1) 2> b Fe(IN~DIE LA O M LR RIAD 5, ABF5ETIE, (2) & @)D BUSEhE M E (FeAl-
LDHfED & OFkA A s i) 2 B4 L. BbAl L L THMNT 2 H0:8 (75~9217 umol) D5
B A L7z, 300 umolLL F OH0% IR L7255 TlX, H 08RO AN e L h R o 1) E
DER ST, A A IR E S INT 2 m AR Lz, —F . H20,%4300 umol2L LRI L 72 5%
T, BEREDRICIELEAVEEDRONR NS> nb o, (A AV REEICO VTR
HoO i I & D EE AN AfE B L < BT 223 fR S vz, RIZ, 4032 pmolLL E D H,0% #AN L
TR TlX, #kA A U IAHEA057~0.76 umolF2EICE TR CE 2 Z EBNHL M E o7z, TDT
. THLED T = b RO RIT. H20i I 54032 umol THEE 217 - 72,

W FeAl-LDHfififi & 3B K Se il (TiO2, WOs, BiVOs) DAL
FeAl-LDH-CI it il 2 Fl\ 7= 7 = > b U UGB 5 TFe(1) 2 B Fe(l)~D3&E T AR H | & [

Lo fRshs (MFE L) | OFRZm Ea B L, 8RB - OE A LA RF Lo, 8K
FEARIEIZ 1, FeSZFe? ~RILT D 72O O+ 53 70 n B HENL 2 45 3 5 TiO2, WOs, BiVO, & B L 7=,
A AR (A>300nm) E i AR (A >420nm) BREF . 246 OFeAl-LDHE & e fi i %
AW OKBERICBIT 57 = 7 — b CO~Dirfb R (M ZhE) ORRFZE{LA X 1.13(A)
{279, FeAI-LDH/TiO2 & FeAl-LDH/WOs D & St il il 2 Fl v 72 BRIZ . FeAl-LDHA U CRE L 725
A (AR T @ A>420nm) & R CTEBEFEO M EXMER I L7, FFIZ, FeAl-LDH/TIO:,
A AR A2 W7 )OS Tk, > 99% O MR b 2 33 2 A S 4172, FeAl-LDH/TiOz 4 K UMFeAl-
LDH/WOsE & el it O Fe(2p) XPSHIELZ £ D KISai#% O R mFe(I)/Fe(IELHEH L2 A D
LOWAE L. 7 = b RIGEICFe(H)/Fe(HNE O K 72 AN SRR S 7z (K1.13(B)) . £ 7= FeAl-
LDHEM & bR T, RILE DA 4 U EHEOWHAD R Sz (K1.13(C) . ®EiZiX. FeAl-
LDH/WOs# & it i 12 35N T b | il B DWOsDEI S 225 2 5 2 & T, A #E#E (> 420 nm)
BT TE2 b, >99%D ML RDER ST,

FeAl-LDH/TiO.35 L O'FeAl-LDH/WOs#E & el it . [d WL =3 L OFe(lI 2> S Fe(1)~D
BIOLHAERE] & T8A A EHOME] #WNTE57 0 MM TH L Z ERbhoTlz,

FRAI~BIOME RS FeAI-LDHE A ARSI, HFHEMMCTRI R L 26 H i AEkE &
AL X DT 2 RRIRICE Y, Fe(lI)2> S Fe(IN~NBICETHE SN S Z LT, 72
NS A 7 VDO EREERICE S L s (K0.1) .

100 0.6 .
g : (C)
o~ — 6
o 80 Fe(ll) / Fe(lll) o 2
) (B) (XPS) s 304
2 60 FEA-LDH  FeARLDH & c
c 1 TiO, WO, 58
(o] o 8
‘w40 Before 0.66 0.64 = 3
@ reaction ’ ' c o 02
€ 20 Aft 22
] er S®
© / (d) reaction 083 0.92 w
0 T I : X 1 1 1
0 30 60 90 0
a b (o d
Reaction time / min ( ) ( ) ( ) ( )

X1.13 (A) AR (A >300nm) FEFAEEHE (A>420nm) BEHT., 7=/ = b
CO~DER bR (EHILR) OREEEL (7 = /7 —/b : 20 umol, H202 : 4032 umol, ¥AHE : Hlik
30mL. BURIREE : 30°C) . (B) (A)DRIGHI# D Fe(2p) XPSH» b HEH L 7=Fe(11)/Fe(l1l), (C) (A)D
Ric#% DA+ BEHE

(fl#gt : (a) bare FeAl-LDH, (b) FeAl-LDH/TiO2, (c) FeAl-LDH/WOs, (d) FeAl-LDH/BiVO4)

[(a), (c), (d) : FIHSEH (A >420nm) | (b) : AFHEA (A >300 nm) BET THIG]
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FeAl-LDHE A el ik DM EZ2 EVE 2 iR 9 5 7212, FeAl-LDH/TIO D /KIS EIRIZH02 & 7 = /
— L DIRA KRR 2 BRI T LT 7 =/ — L)y 5 CO~DEMAL BN R 2 WgZBT 5 (8w F A
Fes s ) & L= (X1.15) ., FF30RIDOKISICHE W T, MR O T IdfmR ST, @k
RLEMEZAETHMBERTHL Z ENRPLNE RS,

FeAl-LDHE A et 2 V72 7 = > b U RUSICEB W T, R T e 722 et e oo i i 2 A
L7z, BHAKFIZEENDLAEHON, BRRE X OHEAKLBES T O 553 K 7 Ik O b A
MO R (L) 277, BIRAIZIZ, FeAl-LDH/WO# & el 2 v C. HEHEILAD
ELTT7 =/ =, ANKRUEEE UCHEE, REISHEAIO L LT RTUARCB U RLER
FTRU DA, RO —FZBISICEBNTERA A ORNERLICTHFEET A2 NN TNDH Y2y
B2, KEBE IEEICED DA EREO —FE LTLA- VA XTI v OIL D2 Rt Lz, itk
— Rk A A BB ROS TR IE ORI LA b Y 2 VR A EREICHWESAICBWTH, 7=/
— VDAL RN FIZR < @V IEB L RS sk S v, E7o. RN INEE E S HEERE. K
FIUNRUCBUANKUEEFT NY T A 14-VF XY O NT L BRIy AR T D COM
ERE L. BRG] 0 BT R COL A AR B D BN & HeRR S v,

120 ——m—m—m—r—r—r—/—"—"—"""r""—r—————

100
80

1
1

60
40
20

Generated CO2 / umol

] 3
= LB

6789 101'1 1213141516I1718192021 22232425262728293;6
Reaction numbers
X1.15 SEAFHEEHE (A>300nm) BET. FeAl-LDH/TIOBA MM E A 723 v FRERE RIS
XB7 =)=V (B . FeAI-LDH/TIO,, ¥ : HliA30 mL, KARIEE : 30°C, KB : 60 min)
[RGB DES : 7 = / —/b : 20 umol & H202 : 4044 pmol D BB KK % BIN# 1260 minR s, K
ot BBIKOArRT ) 72K COEBR (%10, 20E B O RKE# X, BT T TR12 hiRE) ]

12345

5—2. REBRE~DHM
<ATEZDBECTER L7 pR >
FrICRLE T & ST R0,
<ITHEPEHTIZLBRAETHIRE>

AW L0 7 = AfBhFe(I)-LDHME A YE At IX . EEHK - BEARPICE F 42 8o e a1
{EE OB TEE L THHENTE 7o bUKISIZRI L, LB D207 et A0
MRS (T1. XU (FEERE) | Ol~4) 22 TRRTEDLIRT Uy LEZMOTND Z
ERHLNE R ST, ZHICE Y, AR L [EAGRECITRERNET —~ (TH=—X) ] I
LT, WOBENLDEBRBHEFTE S,
<ERRE OEREEYOBELBLUEHRZORERL - kR LICET 2R - HFER>
O BEEMOEENHE = 7 =4 BiFe(I)-LDHEA MO Em W7 = > b U MEEZTEHT 5 2

& T, PEEK - HEK T OAEBEEY & COk TrRAeMIL IR (EBE) 752 ENAREICAR D,
O WEfisk O R FHaml - #Eem £ = 7 =4 U HihFe(I)-LDHE & et B 23 TR — % [ {4 fid 4 )

THHIZO RO R TR TUETH T2 1A AV ZEAD O ORI | T
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JEEDERA A ZFe(OH)s 2 T v (FEXEBEFEN) & L TIEI T 2 72 O o il o ke 4L DL A |
LEOBMEPOBRBEAMORES WEL TR « BEAAEIC /R, MoV A4 7 )V AIERIZR D,
PEKALERZ i & 7 o A D KiEZR B FIB L OREMEDAREIC R D 2 & T, KBREAN - K=
A2 RN TOREFEMK « JERLBENEBTE 5,
<ERRHE QO3RZHET IR - HELRATLOBE>
O Reduce = FEEFEFEY (Fe(OH)s) AT v U DIRAZIRY /e Ml AlfEIC /e D, Fio, ikl D
A NFAGREIC D 2 & h, BB O HAE D KIEIEETE 5,
O Recycle, Reuse = Fe(I1)-LDH®D ) A CL A REL LB AR AIED T o A MW REZTEN T2 2 &
T Fe() 2> HFe(IN~DRITLFHANEBLTE D, DF D X MEEO U Y1 7 LRI AN AERIZ /2 5,
<FTH=—X: (3-2) ICT-AIEMOFRICLIPEXRENMLEXIZE TS 1—X-UHFL 7LD
RE-AEMRMELEFICET SRMRAREICET 20K >
ABFTE D e &0 72 FEALRET B BE I W TR, BEIEY O 3 IR AR & B D IR PEEE  (HoO 5% 17 & |
Fe(I)/ Fe(lNkt72 &) =4V 7 L, ICT - AlH#fiZ H T H8) CiliFFH.0.7e DM FE 21T 9 Z
LTk oA, BRI TRR A E AR BE R AL > X T L ORI T E D,

5 — 3. HIEBEOERRI

PEZERK « e DS RYEARILE D O & LRI 2 EBLT 57200 TARY—FR 7= b
kil 27 &) HBHFET DR BRI LT, REHFMPFERRRE G5 FH) OFEK TRAE £ TIC
FRE L7oWFIE BRI RIS R T8 0 2 CEEpk Siv7e (BE:BEA Akl - 5 (GEAR) ~ 1 (REK))
<1> BN EREAEELRME ORI ofE (ERE : 5)

@ TFe(I)-LDH| THiBh 7 =) A8 KSefflt | okE

@ SRHETTOT = /) — VOB R (CO~DER{kER (L) : 100%)

= [Fe(ll)-LDH = FeAl-LDH (B1.1(A), B1.7) | T#iBh7 =4 = S04 (K1.1(B). B1.2) |
DEEREAEE = Tioo°W0; (K1.13, K1.14) | #i®&IR$T 252 & T, >99%D MH%h
TrER LT,

[ K11, K1.2, X1.7, X1.13, X1.14]

<2> fEoRFEM{L (FERE : 5)

@ H0:& 7 = 7 — /L DIRAGKEERR & B IS T3 2y FRAERICEB W T, §30E DK
IS (G T) THERE (EESLzhR) HeERF

@ HEkD (BEFTFTo) 7 x> by s OFe(ll)/Fe(l e (XPSIZ X % 3FAf) KT 4. ikl
MMCT 3 X OV EBEAE A o+ 512 L 0 Bl

= FeAl-LDH/TiO M & Yefitit 2 - 72 3130[E 0 T8y FREHE L] ICHB 0T, mOPERRE
EMERHER S (K1.15) .

= HEFHEMMCTRICH KT D6 CHEREZIEHT 5 2 & T, FeAl-LDHEMH T & Fe(Ill)
MHFe(I)~DEWIRITE RN R S TH Y . KISHTE TOFe(I)/Fe(1) DK T 1328%
ICFE THIHITE 2 CEREHEE : 49% ; X1.9(B) . TiOX°WOsD fbEAEM 2 535 =2 &
T, ZORILHHFBITEICKRIFICLES ., Fe(I)/Fe(I) DK T 240 L2 (K1.13(B)) .

[ : XK1.9(B), X1.13(B), X 1.15]

3> T2V hURIBAD=XLDMEA (FEARE : 5)
® EYEREDNSRFMEEM TE DT =4 U MiBIFe(I)-LDHE G YLD 7 = > F U RS A T
= AL (T =F MR, B AR, FEAAENC L5 7 X MR &R
= 7= hroMReRE (K11, X1.2, K17, K1.9(A). H1.10(A). K1.13(A). K1.14) | XPS
orpr (B1.9(B), B1.13(B)) . JEESULFRERANL (B1.10(B)) (2L V. HFEMMCTHR
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Ct B CEAEME) L PEEELMEIC LT A MIREZED 72 FURIGA =X A
EERETDHIENTET,
[ K11, K12, K17, K19, X1.10, K1.13(A), (B). X 1.14]

(o)}

. BFZERR R DR RIRIL
6—1. EHMNZWX
<#%>
PALS
<ELETEM SR>
1) K. Fuku, R. Takioka, K. lwamura, M. Todoroki, K. Sayama and N. lIkenaga: Appl. Catal. B: Environ.,
272,119003 (2020) (IF : 19.503), Photocatalytic H,O- production from O, under visible light irradiation
over phosphate ion-coated Pd nanoparticles-supported BiVOa.
2) K. Fuku, H. Kanai, M. Todoroki, N. Mishima, T. Akagi, T. Kamegawa and N. Ikenaga: Chem. Asian J.,

16, 14, pp. 1887-1892 (2021) (IF : 4.568), Heterogeneous Fenton degradation of organic pollutants in
water enhanced by combining iron-type layered double hydroxide and sulfate.

6 — 2. MBI

1)  fEEE AR, ok EE, FREE. EN T, IR ERIE AR KT, BEREREMRSH; TR
W oy iR J71E) . FFRE2020-007692, 4 AI24E1H 21H

2)  tEEEAR, MK ELH, BRESR. PN E. IERE  HROE AR RY, B eSS TR
B—F%7 = b ORISR R — %7 = v b U RUSHRIE O BUYE 1 M OV B D53 R IT TR
FFRE2020-007693, S FI24F1H 21 H

6 — 3. FOMIBFRMHK

BT EFRSUTHET D R E off
ZOMEE ERE (EFERL) off
NEER (F2%) 111F
MER & ORY: - BAlxiih) O E 11
v A3 IHE~DRNE - WS o1
ARBFIEIC BT 5 % H 11

7. EELXRFEZEORL
ESINRE AT RN I ST AN

8. WRAERE

AN
f® BE R
LRI TS AL SRR SRR R ERR & B TR RRHE T
RICRFERFEB TEHRRE T, it (T5%) |
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PE TN AW E T — 2L — H AR FEE M wF2E A
PEE AN A IR AT K e BT e v 4 — BHSER
B

L, BITERFERBEAR T Loy HeHudx

=
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0. RREDFEAM

I—1 HoMHEbEMORESMUBENAELRBERMARY —-R 72 FUMES 2T ADBEZ

B 7 22
SRR T T2 T L R — - BT TR W OHE AR
E3)

WA AL G B AL D RAER T 5 Hik s LT, ¥W—REkA 4> (Fe¥) fililitZ# W=7 = K
VIIGER DD, ORISR OELN RBES 22 TV D ([1 fBEO BRI AR #], [2. 7= F v
PEREDN+ 0 TldZe W], [3. FeS* ZFe B LB /AET A RIGHRE Z VI W], [4. #4 A U REMD DI
VBRI 2 R IE IS T A MEN B D)) o AAFZETIE, 25 ORMBENZ 2 TR L, JEK0AERHE 7 utk
ADMFB L OEHEMLEEBTHZ L2 REENE LT, 7 =4 #BiFe(ll)-LDHE & Yl it |
DPFE & FEfi L7z, FeAl-LDHIX, G RMEOET VWME L L CGEIR L7 = / — Vv Ok (Z
FR LR 35 (CO)~ DL/ iR - R L) ICxt LT, mWHEREZ RT 22 oNIC Ln, £/, Wil A
VIEFeAILLDHIZ L 2 7 = v P UL Z @B LT 2720 OBl & LU CHRe T 2 2 &b o 7o,
FeAl-LDHIX Yt #4925 2 & ¢, Fe(ll) 2> & Fe(Il) (Fe(lll), Fe(ll) : LDH9F @ 24ifi, 3ffi D #kFE) ~ D% o 7
A (EHCHE) ZAEICTA2MEITHD Z & 2B 5 LT, FeAI-LDHIZ, FELSEfllE & L TRt
F & (TiOy) Wbz v 727 (WOs) ZHEET 52 LT, KB TICEIT 2ECHENRITHEIC
ML, >99%0 7 = / — VI LR bER SNz, 70, BEEORBAKFIZEEND 7 = 7 — L5
DERERBILEWIZR L TH, CODmBE LN ER SN T D, FeAl-LDHE A LT, kD
WM TRICBITAIMESE TR TELRT VUYL ERMO MBI THLZ ERHALNE R T,

1. W3R EW

1.1. FREBEBE R
PEZERK « HEAMLEIZ 30U THW 43 iR 75 N e 72 0 FRPE A BEAL S DB RIE & 72 > T D, 1K
DB FEE LTI —RMBEAFIH L7 7 = > N URIERH D, ZHUEekA 4 (Fe?, Fe®*) % Bk
WS, @ b kFE (H02) 2222 & THRARBIIZAT 2 Frxi 7P (+OH)
ERET 5 7et 2 (K1), 2) THH., 2L #SMEaEIEEYERILDIRT D HIETHD.
Fe?* + H,0, — Fe3*+ -OH+ OH™ (1) Fed* + H,0, — Fe?* + -0y +2H* (2)
L L ZOFEITITRISERDEA 2 MES RS D,
1 BkAF DR PICIEM Uiz T¥—Rfilllt) TH v SR O FERK D> & 5% il 08 A il ¥ % 5y Bl
HEMERTREBLEL D,
WRD 7 = b U RORTET Tl 7o (ZRgfbikF#E (CO2) ~DEbE) ZEMRTE R,
FeZ Fe? |\OE T H AT 2 RQO KGN, R@ICH D LMD TR ZVIT Wizd, KER{LEk
(Fe(OH)s) A 7w USRI (BEEBEZEY)) & U CAERT S, 72 UGS #% 0% — Ao 7 e
PWIZIE Ry FEREFIOTRMC A T » DI EEME R E NN E L 2D,
4. BRIKT CTERA AL 2 RZESED -0, WEHITEEE (pH=3) ITHROVLENRDH Y | PEAKLEEFfF D
EMER OO, MBHEREORFTBLIOA T T RAIZE KRR A b - KRR ZET S,

1.2. BFEFEFEBEH

ARIRETIL, oM bEemad E ATEEERK - KRB I W T, WERkDOY—F% 7 = M KGO
MR Z i 3= <, EtERE E O AR AN ATRE T, EEREYD (A7 v ) ORAENEL ) Hk
PR R & 7B A DOMFIB L NEFMEN R AR R 7 = Ny 27 L0720 O HiEH
fire LT, TRl iaAT2% 7 =4 #ihFe(1)-LDHE A il (X0.1) | OREZANET 5,
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@ Fe(1)-L DHffE ([€0.1-D)

2 DERA A v A EA LT @ IREAKEREY  (Fe(ll)-typed Layered Double Hydroxide : Fe(I11)-LDH) (X4~
—RERAEEE LTI TE D720, Fe(OH)s A 7 »v UNRHAE L, £7o, Ltk O BRI - 7= fil it
RRIERY & BT DM TN AR E L 725, BEIROpHZ IR (pH=3) I[ZfR DL Z 72 < % (pH=6
~7) fHETOT7 = NURKIERATREE 72D,
® 7 =F ABFe(1)-LDHAREE (X0.1-2D)

HoO2 & MRS =4 (A) LS E D Z & TAK LTG5k H (OAT) ZFe(Il)-LDH ETO R RAY 72
7= P OROSICIERT 5, LDHIZ, #EHAFERIC LY EBEY =4 ZLDHEMICEENRT H Z &
LARETH Y | Al e AT =4 (A) Z2E AT 5 Z & Tin-situ COfEALFA] (OA) GRS ATHEIZ 72 D |
FIZEmWE b fRYERE S IR T & 5,
® 7 =F UABIFe(1)-LDHE A A (X0.1-®)

Fe()DiE s (K(2) ZRET 2 T E L COLMBIEMN 221G 3 5, LDHOXFHESRELE &
& (MMCT) (ZHRT DFe(lll)/Fe(IN)~DphET (e7) ER OtHCHAEMRE) 2. FEAOLAE T
BAETDHEILLSTT VA MNLARRD, FHRICEATHIELL () THLARLEYORBILSEEIT O,

2. BFEEE

ABFZECIE, FEEMK - HEAKEIZI W T, Mo n R e 8o MMt am CTh 2 8 mAEWIE Y
B OEESMRLERZIT O oD, ERDE—FRT7 = b RICOMBEZfRR L b, @PERE it o
BAFMMNATRE T, FEEREFEY (A7 v Y) OFRAENELS, PR 7t ADOMHFILB L OE
FEN TR B HAY — R 7 = N 27 AORFEEREENE LTS, KORA., ADEA
BLOEHFEREL OFMICE ST, REFUIFERRE (& FH) OFRK TRAE COMEAEL T
FEDO X IIZHEEL TV,

[(AEFGEFRARE (BFH) OWERTRRE TOBE]

RE—FR 7= bl UTT =4 U #BiFe(11)-LDHE A LAl o BA 3¢

<1> EERRERIERME O E 2L o
@ TFe(ll)-LDH)  THiiBh 7 =) [PEEESLAt ) okE
@ HBHTFTTOT =/ —VOEREE I (CO~DIA bR (L ZIE) : 100%)
<2> fREDRFEML
@ H02& 7 = /7 — )V OIRE KR Z #9223y TS RIZIBW T, 5130[E O B
(fT) THRE (EHLEhHE) HEFF
@ Wtk BEFFFTO) 7= v b s oFe()/Fe(ll) e (XPSIZ X % 3EMm) KT 4., %k
MMCT ¥ L O EEAE H o £+ 512 L 0 i
3> Tz PRI AI=ALOFEH
® NS ORFMEFEN TE L7 =4 U wBiFe(ll)-LOHE S E D 7 = 0 b U RS A T =
Rh (T =AU iR, tE CEAMERE, PRI LT VX NHR) N

3. FEBREREANE

BERIZIE, 1ERkDO7 = bl 27 AOMBEREHRT X, [7 = b ofiEPEGE o m2h %
£l & [Fe(l)2HFe(I)~DE L HAEOE B HEL (BFEML) | ZEZBAT AL R 7 = b il
By 2T ADOIEMEMTH D 7 =4 o wBIFe(1l)-LDHE & LMl ) OB ICmt <, FieoHEA 2 B
BEAYIZ S L 7=,

[1] 7 = v BhFe(I1)-LDHfiR i o BE &

[2] LDHD XA ZRIH T 5 Fe(1I)2bFe(IN~DBTHAKIE OtBCHAME) OB

[3] 7 =4~ #HBIFe(11)-LDHE & Y i o B &
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[1] 7= v #BiFe(I)-LDHfk L D BE

EPEREZR R — R 7 = b U BEO BRI 2 BE L, 2ffi & 3Mli& )@ 1 4> (M»I1), M(lIT)) THER b
LDHf it DFREL, ¥ v T 27 X VP —a v BLOT7 = b U filiEPEREFTAN 2 TRt 715 T L7,

O A TELDHAREE R

LDHIZ,  TM(ID1x My (OH)2(A™)en] D — R TER EN D BIREABRILH TH Y . M), MUIIEZ
NEN2MEZF3MOEREA A E2rmT, AV X7 =4 FEThHY ., 2L 3Mlie&E A 4 DEEM/NNT
VAEMMET D720, BEWNICHEA BT = OBANFRIZR D, @ERERAE R T = b RS
DFEHA B L., A HELDHAEE O 2 3 2 7=,

M) &MU DE L EEAMI - M) = 2 (10 mmol) : 1 (5 mmol) & 72 % X 5 & B ibiEc2 T 7 0 U5
FRIC AL THEAKS0 mLCIAfiE S 72, LR 55.0 M NaOH/KIRHK A pH=7, 10FE 721%121272 5 £ Ti§
T L72#%, 120°CT24 hKBVLER 21T o 7=, [EARER % W51 A, KT, =RiE C— BT 2% S
iz, MADEMIINICEBIEACWIEEEH T2 2 LT, #H#EA 4 (CI) BILDHOFRR 2 7=,

M(I) D FTEE A : FeCly+4H,0, CoCly, CuCly 2H20, MnCl- 4H,0 % 72 13 MgCl,- 6H,0
[ MDD HTBRALE © AICI3-6H20, FeCls-6H,0, VCls, CeCls- 7H,0 & 7= 1% LaCls- 7H.0

Fe(IN & AI(NNEILDHIX, 7 =4 U #iBZh R 2 & T 2 7202 B RIERE 2 H L 722 1 4 (S04%)

BTOHM (FeAI-LDH-SO,>) Hikr7z, #AFELDHAMSEOFIRG R L Ol R L2 R11UcE LD D,
#1.1 ABRELDHARLE O FH RS

- Me(ll) : 10 mmol ~ Me(ll1) : 5 mmol TES I [
H . . H
RRfR AT b AT b P c)  (h)
FeAl
(FeAl-LDH or AICl3-6H,0 7, 10
FeAl-LDH-CI)
Fe(I1)Me(l11) FeV FeCl,- 4H,0 VCls
FeCe CeCl3-7H,0 10
FeFe FeCls;-6H,0
FelLa LaCls-7H,0
CuFe CuCl;-2H,0
MnFe MnCl,-4H,0 10 120 o4
Me(I1)Fe(l1T1) CoFe CoCl, FeClz-6H.0
MgFe
. 7,10
(MgFe-LDH) MgClz-6H20
CuAl CUC|2’2H20 10
CoAl
Me(IDAI(TT CoCl AlCl3-6H 7,10
(IAI(IT) (COAI-LDH) 2 Cl3+-6H,0
MgAI-LDH MgCl,-6H,0 7
) _ 2 . Alx(SO4)3*
FeAl-LDH-SO, FeSO4-7H,0 16H,0 7,10, 12

O Tl (X+ T2 %V E¥—Ta V)

fi e 0> i A 1 & XHR[EI ST (XRD: SmartLab, Rigaku, Ltd.) . JEWRIN M 2 S48 AT EL 43 6 (UV-vis: V-
770,JASCO, Ltd.) \ ZHBE L nHFc~ v V0 7 2 EBAE FHME = %L X — 5 Xy ik (SEM-
EDX: S-4800, Hitachi, Ltd.) | Jaj B & - X W A0 A & i A (XAFS: Photon Factory, BL-9C(2019G652)) .
FHALFIRAE 2 XROEE 1408 (XPS: JPS-9010MX, JEOL, Ltd.) THllE L 7=,
O 7=V brEIRIT & B EESRIER BSOS R

MR EMOET VWEIC T = ) —VEMEHA Lz, 17 AREBRE (430x200 mm) (2, fill g
30 mg & MiKk20 mLE A%, vV a B TEMBLE, 7= /—/ (20 umol) Z#ERNIZHNZ ., 30 °C
DA A NN AHFTI0 minfi#RE% ., H0, (600 umol) AN CRISZBALA LTz, F7z, 7 =F U wibhzh R
ZERT D720, B %0.6 M NaCl, Na,SO4, NaNOs, Na;CO3, NaHCOs % 7= 13 Na;HPO4 /K 5 #220 mL Iz 28
ZTFBRORIS bRFT LT, 7=/ — B LR L72C0Oz%, GC-FIDE721XGC-TCDZ W TER L
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oo 7x/—)VEEETDHEIT., KEREZY=F L —7 /LT L, WHTEEYEICIZ, 7=
ML, 7=/ —A5C0~DH bR (L) IZLLTFTOHFIETHRM L,
CO~Diii b3 [%] = (£ L72COz: [umol]) X100/ (AL 7=7 = / —/ L& (20 umol) X 6)

[2] LDHDAREIER 2R3 2 Fe(11)2> b Fe(IN)~DBTH AR OtH CHAEME) DB

7 v b OGS (D) Ik o TAEKT DFe(lI)2 HFe(IN)~D M REy 2Bt H A4 BIE L. LDHE S
OYefEEVER OEFEMMCTR) 28 L2t E CEAEKELZ, ROFIEICIVFEELE,
O XECHEAMELFE LT = v b AR

T A BB (9 30%200 mm) (. FeAl-LDH (CI% . pH=10T#i#l) 30 mg& #i/k30 mL%Z At 7-%#% .
JEABER A N 2R L) a B TEHALE, 7=/ —/L (20 umol) ZiBRNIZIN %, 30°CD
e R T30 minf i #R %, 300W Xt 2 T 7 THRIEDERR (A >420 nm) & G L7243 5 | H202 (600 pmol)
M TG ZBB L, £ERRLT7-CONE, GC-TCDEHWTER LT,
O A B =X LBHRD =% DN ERAL R4

FeAl-LDH (CI"Y, pH=10Tii%) #Z[EE/L L/-®E Mm%, FeAl-LDH, Nafionis & 8= % / — /L D R&HE K
7 v#E R—TIEAX (FTO) B bicAavra— 4252 & CTEM L (FeAI-LDH/FTO) , #T &
il —5=2 )L (40x10x45 mm) (Z,0.5 M MgClL/Kigi & 7 = / — 1 (20 umol) % AL, 1EF A8 1Z FeAl-LDH/FTO,
2 PR C AQIAQCI B, SR ICPHiR 2 %555 L7=, +0.94 V vs. Ag/AgCIDOEIEZFEINM L7273 5, 300 Wk &
T T ERWCTHAER (L >420 nm) Z RS 5 2 & THREBIRREE FEM L 72,

[3] 7 =4 4BhFe(11)-LDHE A YAl o BA %

[1]1~[2] CTHHZE L 7= Fe(I)-LDHfifiE D> T = o b fibiE s (R =) om L) & TRe(11)2> & Fe(Il)
~OBILEAEDROM E OCHCHAEBED T 2 MR« BEHML) | 2FEBT L KO Al
EDOEALEITV, ¥y T/ X VB2 a VBIOBH T TO T = b BV REREM 2 1T > 72,
O £ TELDHfMEE DR

e IR S fil #4500 mg, FeClz-4H,0 10 mmol & AICI;-6H,0 5 mmol % 7 7 1 > K aslZ A CTHliAk50 mL%
Mz 7=, BETHELLBEEESE®HEITo T2, 2 OBEIRIC, B2 L7222 55.0 M NaOH/KIA K % pH=10
2725 F T F L2, 120°CT24 hkBVILEE 24T > 7=, [ERE R & W% 5] A, MikEE#%, EiR<—
WP 2 e S B 7, BRI I 1T, Fe¥t 2 Fe B LT 2720 O+ IR E RN 2 T D AR
WMaEEIR Uiz, ST =4 MiBhFe(Il)-LDHE A et o it it R it 2 K12k L 0 5,

F1.2 T=FHHBFe(1l)-LDHESSEAE DR
e 38 A fil i oD AR fl it R 70

fefbF %~ (TiOy)
(P25: HAT7 = u VLR )

FeAl-LDH/TiO;

fefb s v 7 27 (WOs)

(B SR RS L B0 FeAl-LDH/WO;

NFUUEEE A~ A (BiVO,)

WF I B 12 & B ) FeAl-LDH/BiVO4

O 7 =F FiBFe(1l)-LDHE S NABED 7 = > b ol 5B FF A

7T ZBERERE (30200 mm) (2. 7 =F HiBhFe(I)-LDHEE A Gl 30 mg & #i/k30 mLA A7z
%, EAMBHER el Loy ) areTEMLEL, 7=/ —/b (20 umol) ZFAERNIZIA . 30
COBEH T30 minfii#:#%, 300 Wt /7 7 TrIHER (0 > 420 nm)  F 7238 TR (0 >
300 nm) Z MG L7235, H0p (4032 umol) % N2 TS % Bsh L7z, 4Rk L7-CO.1%. GC-TCD% A
WTE=R LK,
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4. BRRUOEZ

[1] 7= v #iBiFe(I)-LDHfE D BE
B Fe(ll)-LDHfED 7 = > F U RE L 7 =4 U B R

Fe(I)-LDHf . fEk D AR —% 7 = > b Uil L O O R E A 72 LDHARBE A 7= 7 = 7 — 15y
iRz k27 = b UMERED il 2 X 1.112 73, Fe(ll)-LDHIZ X, FeAl-LDH (pH=7 Ciifl) % Hv 7z, %
I CH0, D B 2 L7722 Tl 1 & A ERISITEITES, 207 = 7 — Vi{ERITH15% T - 72

(K1.1(A) . T/, 28k NREREELY TH HFeORCUER N DAL —F 7 = v h Uit L CTIAL
FIH &3 % a-FeOOHY? (2B W TH | AKUSSEME T TIRIFE E A ERIEDEIT LR > 7=, — 77, FeAl-LDH
IEFFRICE N T = N U MEREA R L, 60 minLAN TIEIX100% D 7 = / — Vs bRk S vz, Fe(lll)
THERL S 40 5 MgFe-LDHRC kLI OB B CHERL SNV D DO LDHIZEB W T HIZE A Y7 = b U PEHE
RERMoTeZ LD, FeAl-LDHEEE FICE N HFe(INFER R RVIZE W T = o b U VEREZ R 31 M
FTHDHZERRBIND,

FEAI-LDHZ W27 = & U RIS RIET T =4 v O EE (7 =4 B E) o0 THET S
eic, BT =4 U RilEE L LT, NaCl, NazSOs, NaNOs, Na,COsz, NaHCO3 & 7= 1ZNa;HPO4 7 7K ¥ iR H
TO7 =) —ARRICED27 = b UMROkRK b HE Le (M1.1(B)) . Na,COs, NaHCOs* 7= &
NaHPO K IAIR 2 TR L7 BRIs, 7 = 7 — VL RIZFE LR T T 28N R Iz, Zhb
T =F CFEOFE T CIEFeAI-LDHD 7 = U MERBIFIR T T2 Z E B LN E e oo, BV
HIE, -OHICRFEES N DIEMHMBEROMIEAI & U THET 22 LA MLNTNEIY, SO —RI2EH
WTh, FEAELTZ-OHAY, NaHCOsX 72 1ENaHPOs THfiE s o Z L2k, 7= /7 — Vi ERPME T L
Te&BEZBILD, —J7. NaCl, NazSO4E 72 1ENaNOs/K Ak 2 v I ] L 72 356 1& . KIS BT & R, &
W7 x> hUMEREZ R L, 60 minBAN TIEIE100% D 7 = / — VErfb R &R Lz,

__100F ' ' ' ' __100F
S S :
- 80f c 80}
S S i
w w
o 60F} 5 60}
> >
C 8 L
8 40t 8 40}
S 5 i
C C
g 20} S 20}
o o

0 0

o

Y

o, Y,
4 (0/7 pe“‘o,),
Heterogeneous catalysts Inorganic anion precursors
M1.1 (A) FREAY—RMEL AW KBEES L. (B) FeAI-LDH (pH=7T#HRH) R
T = VIR EKBETTOT = /) —/VEs{fb RO Lk
(7= /—/:20pmol, H202: 600 pmol, ¥AHE : (A) H20, (B) 0.6 M F R U 7 AHKEEHE 20 mL,
RRSRE : 30°C, KR : 60 min)

FEAI-LDHD 7 = > b U PEREZ ICFEHMICTAE T 2 72O, KIS F 72 1XNaCl, Na;SO4 F 72 IXNaNOs/K %
WHCEFET = b2 L72BR 0, SERRAL o fEARY T 5 CO~Dia kR (ML H)
D HIT o7 (K1.2) o KEEHIZI T 2 BALBECFeOZ il & L CTH W= R Tl COD AR ITHERR
SN olz, —JF TFeAI-LDHZ A L7 R TliE, CO DR HERR 41, 60 minLL N TiK30% D M H
bz Rr Uiz, BERENZ L2, ZOEEBIRITEHEPICHFEIE L7 =4 OfBEIC L > TR
< B L., ClI"<NO3s < SO DJEIZ AL RO M ERFER Sz, RS0 2 fF X/ 7R Tk, 60
minLAN O SEREAV ) HITHI50%I2 52 L, AKREBER & B TRILSME b O EmWIERR & R LTz,

LDHIZ., HEFRICE TN 22 LMD EBA A OEBMMEIC LY . Hix T =4 v 2HELTX S
A== RS AL TWD Z E0nh, SO & E#EE( L 72FeAl-LDH-SO2 DF 21TV, Z2D 7 =
v b MR B HERS L 72, FeAl-LDH-SO.* Tlid, KIEHPF T 2 b7 =4 Ui R R S v, CIHRLo
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FeAl-LDH & tE X TRILAME DR LR O LGRS 7z, <~ & Z 21T, £ DFeAl-LDH-SO4* 14,
PERMNOFMA SN TV DFeSOKE R Z W) —FR 7 =0 U ROS XD LT & & W ERL R %
R L7z, FeAl-LDHEEEWNICE N HFe(INE L MiB T =4 & LTSO2 DAL, mv7 = > b YERE
EEBT LD OMBEIFICHARATHD Z ERER I,

_ 907 100
= <
< 40} S
3 80 =
e 30} 60 5
5 3
® 20} 40 2
()] (o]
2 @
31 20 £
0
11.'6‘;0

Catalysts: solvent

1.2 KEEEE721ENaCl, Na2SO4 or NaNOs/KBER P CHEET = v b Uil Z AW 7 = 7 — v
(LB L CO~DERLE (ERILZE) DL

(f#E : FeO, (a) FeAI-LDH-CI- (pH=7T#H&) , (b) FeAl-LDH-SO4* (pH=7T#HAHY) . 7=/ —):
20 pmol, H20:2 : 600 umol, &L : MiAKE 721306 MF + U ¥ ABEAKEKR 20 mL, KISIRE : 30°C,
Rt : 60 min)

B FeAl-LDHAMEIZ X 37 =¥ P URISED A = X AiBEF

FEAI-LDHZfE A L7 7 = N U RIS ORFREE Z DA D = AL EHEFE T D72, pH=T THHR
L 7=FeAl-LDH-CI" and -SO,> {22\ T, XRD, SEM-EDX, UV-visk L OXAFSHIEIC Lk 2% ¥ 727 4 U ¥
—varyEirolz (¥1.3,1.4) ., XRDHEDFE RN, CIHLE L OS0.2 A & 412, (003) & (006) 1 (2 )7
JBINDHLDHO BREEIZH KT 5T e — 2798 R, NlMmmE L L Ca- FeOOH@ff & R
Ente (K1.3(A) . £72. SO R TIXCIARIZ X, (003) & (006) [ (2 I7 B8 S 4025 [T B — 27 A3 2
~HLMNZYTZ PLTWD I EbER SN, CrE v b R&EMA AR %2 HT 5S02 BLDHOD E [
WICEASND Z & T, LDHOBMBREEN LAY | ERoY—27 > 7 FRRBALIZEEZ BN D, FEE.

CIld LSO HLDHIC BT 2 A 13 E < a3 TH Y . AW TH LN LDHD JE & 12w E 3
5(003)&(006)@@@%}?%5{@ 7 M ER-ORRERPRE STV SY, [X1.3(B)IZi%. FeAl-LDH-CI and
-S0.2 DSEM-EDX#E R Z /¥, ELLOfEEL . 100nmLl LDV oA X2/ 2k FOEAKRTHD Z &
DRI, b2+ 5t (Fe, O, Al, Cl£ 721XS02 3k DS) DEDX~ v B 2 7 Dt R

NHE. ZNHDOTERIFETHE —EFICHEELTWD Z & LB SN, XRDE L SEM-EDXD fE £ 1 5
ClmE 721380 % [H E{k L 7= FeAl-LDHD JE I A3 FE RS S, 7 = & b U BUS DG PEFE & Lfﬁr';?wréFeAL
LDHF OFe(INFEEL , 7 = > N MREZ M LS 272007 =4 VT H0 08B L@ EET 5 2
Enbhol,

[X1.41Z1%, FeAl-LDH-CI™ and -SO4* ®UV-visifll &£ 35 L O'Fe K-edge XAFSHIE DFERZRT, ZTib D
FeAlI-LDHIZ, BEE(L L7727 =4 » OFEITK & THEOUV-visA <7 kL% x L, #1460 nm & 620 nmiZ
W s SRS S ATz (K1.4(A)) o WL D OLDHIL, 2Mfi & 3fli D& JE A A4 M O JEFHEEMMCTIZ k3
LA O ERERBT L= — 7 RFEHEAT 5910 Z LM I TEY, SMERE~DEH D
RENTWD, EEIZ, Bl S 728460 nmoD > v — 7 72 WL, BEICE 6TV A REN 2O
E 0K L DN R¥ v v ZRIIZ B RS 5 WU (FeO (ca. 518 nm: 2.4 eV),!V) Fe,0; (ca. 600 nm:
2.1eV)? F7-1Xa-FeOOH (ca. 620~497 nm: 2.0-2.5eV) ) L ZALC 25, — 5T, [RIEFCEMN
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I72K620 nmD 7 v — R, AHWE L& L TR R S L7 a-FeOOH (IX1.3(A)) |
HZHDTHDLEEBEZLND, LLARNL, X1.4(B)DFe K-edge XANES A X7 KL i | \_z}’LBODFeAI-
LDHIZW TN b FeOICHBOE =7 R AR L THEY, TNHAXT MLOE—2 Fy 7O R)LF —
(7130eV) 1%, FEOLFe03A X7 ML DE—7 by 7O X NLF— (FNENT128eV ET7132eV) DfH
WCIFET A2 bR ST, 2D DOfE 1L, FeAl-LDH-CI- and -SO2 fi it th (2 id, Fe(INFE7Z1F Tl
f;<Fe(|II)@%f¥“T5_k’%mﬂﬁbfkb\ XRD (IX1.3(A)) &UV-vis (X1.4(A)) OFERE & —FHT
%, F7c. Fe K-edge EXAFSZ 27 kL ([M1.4(C)) (23 T, FeAl-LDH-CI™ and -SO,* fit fit T 1%, 47
L=k KB bW ICH KT HFeOpn MAICIRB SN E—2 (MWL5A) NEL L THRRBRIREZYD, A
VT DEREREMIC T DFe-Fefi A ICRB SN D E—72 (§92.7 A) 1910 O5RE X, FeO & Fe03& o~
T/NEWNWZ & RS NTZ, UV-visk X U'Fe K-edge XAFSHIE DO 225 . FeAl-LDH-CI~ and -SO,>fif
BEFZ TV 7 GRAE &I O TR HIRA TR AR O I Fe(INFERFE L TH D | ZHDNFFRA 72
Tz N MREEBTATOOIEERETH L I ENRBE IS,

Intensity

20 30 40
26 / degree

X1.3 (A)XRDAXZ by (AN : AR LKW EKDEE) & (B) SEM-EDXHE £
(fdifE : (a) FeAl-LDH-CI- (pH=7TFAH) , (b) FeAl-LDH-SO.* (pH=7TFHH) )

2
(d) (d)
& " ®
g= = c
E | (a) 3 (c) E (c)
2 o >
c ©
S =
05 | (A) (b) (b)
%00 300 200 500 600 @) @)
Wavelength / nm
7100 7150 7200 O 1 2 3 4 5
Energy/eV Interatomic distance / A

1.4 (A) UV-visZA~2Z kL Fe K-edge (B) XANESHE LT (C) EXAFSZ 2 kL
(L : (a) FeAl-LDH-CI- (pH=7T#&&) , (b) FeAl-LDH-SO4* (pH=7T#AHL) , (c) FeO, (d) Fe20s3)

AHFIEIC BV TR R T =4 U liBI R B2 78 L72S02 1%, H0 8 S35 2 ik v, A7k
FMEZ R T 2 EDNA DL DM A A (S0s*) ZAEMLGED Z EBMbILTVnS (H(3)) ¥19,
S0,* + H,0, 2 SOs>™ + H,0 (3)
SOs2 X, FLLOBMALENEEZ RT Z EDRMBNTWD LA XY Rl A 4> (S:082) %A - CTKIEIK
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T OFe? ZIEMEALT 2 WG R STV 5202, KAFFEIC
BITD ERROERE b OREW ZHE - LT, 7

A- A -
= /) —NVOBILDRICEB W TRHRENZMREEZRL O @ & ®Q—
FeAI-LDH-SO»2 12 XA 7 =2 P U RIS A D= AL EHTE e(ll) and ydroxide layer

‘ A~: Anion

L7= ([K1.5) , FeAlI-LDH EIZ [ &k L 725042~ & H20203 X

B Z & T, SOsE Nin-situE Rk S =% LDH ETT = w C02 @0"'
AU LR LI (RIS (e S ITFe(I)FRAS, e, SO5* b

AR L7-S02 & M Hlc 7 = v bV RIEARBIT 5 2 & S0.2- -OH
CTHVR A OHA R SR S 4L, ZHA 7 = /) —LfRME Uy "

RPERE D IS S LTz 8 BRLTWD, D) AHF D &b

FATHIT 2T = B % F 1%, FeAl-LDH I 0 I 37 Fe(11) FeAl-LDH

ML B BRNAT =0 b VRIS RS 5w 0 (g BLS FeAlLDH-SOM Kz £ 5
BIEAR ) T B L ER BRD, 7=V P RBOREA D =A L

B 7= b oERBICRIETLDHAMNEAERS X OEBEOEE (LDHEEDLEHEIZ OV T)
Fe(I)-LDHO 7 = > b U MEREZ FIcm LS H 5 2 L 2 HME LT, SRR OpHN 7 = / — VER(L S fiR
PEREIC R ITTHEBLHE L, £/, BEER 7= RIS EEBT -0 0OIEMHERE L CTHIET 2
ZENHL N E RS T ANLFe(INFEDTEAKIZ . LDHAEE B G- L TW D O Z & T 57280, 2ffi & 3ffid
A RN 7 = > b U MERRICRIETREBIC OV T LI THRET L7, X1.61%, LDHZ R 3 2 BE D pH
Z7,10F 72131212 F L72FeAl-LDH-SO2 12 & %, 7 =/ — Vo fPERED i 2ok LT\ %, #IEITE
(15min) TOEZRF LIZE 25, HREOpHEZZE 25 Z LI & 0 BRI AR ZGE WV DS HER
S, pH=10TFHH L 7-FeAl-LDH-SO2 N b @\ 7 = > b U MERE A R+ Z L NH L NS R o T-,
Z DT OARMIETIE, LD FeAl-LDHIZpH=10 T L 723Xk 2 FIH L ThiES 217 - 72,

PH |
7

10

0 5 10 15 20 25
Conversion to COz (%)
1.6 pH=7,10, 12 TR L /=& EFeAl-LDH-SO2> Z AWz KB H O T = /) — A2 5
CO~ DR (EHBIZIER) DK
(7= 7=V :20umol, H20:: 600 umol, ¥ : #ik20 mL, KISIREE : 30°C, KISEER : 15 min)

A RFEOEELZFET 2720 MU EMUINNOFEE %2 2 TpH=10TO LDHD #i %! % 5 4 7= , M(11)
EMN O/ AE D E LT, Fe(I)TEE L TMINFEZETE L7254 (Fe(I)M(II) : (A)) . Fe(lll) TH
ELTMINEZZEE L2854 (MUDFe(I) : (B) . AIIN) TEE L TMINFEAZZEE L7254 (MIDAIXIN) :
(C)) D3INZ— T E{T>T-, XRDGHTDFERNG, 3N = DFFMAEDEITEBN T, (A)FeAl,
FeV, (B) MgFe, CoFe, (C) CoAlID 5 %H TLDHME A fERE S 417z, £72. WTNOGAE b REMmMmE o
HHERR S AL, KAL) D AR HER S, FeAl-LDH TidpH=10Cli# L 72455, pH=7 Tl
U723k (1.3(A) EI3R 20 RMWE & L TFe0sD AR bR SN T\ 5, M1.6DMREFEAT D
EREMEZD L, AR LIEFe0 b A D 7 = > b U MERE (WIHIEME) IS B2 5 X D[RS 5 2
EHRREL TS,
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K171, 2o H5RlEt 2 Lic 7 = 2 — L0 fgteae (B2 R) Ok Z m LT %, Fe(I)M(IIT)

TlE, AR TRAEZETOr —RTB VW TCODERNBHER SNz, L LARNE, ZOEEIHER
1%, LDHIEE Z A T 2FeAlL FeVIZEB W T L NICE VB Z R TEB AR S -, £ 7-XRDGH /1
5. (003) & (006) M ()7 & S 415 LDHD JE#EIEIZ kT 2 [EHT B — 7 OFREEN K KE v (LDHO #& fa
ME 0 E) FeAID, FRIZEm W LR ZRT 2 & bbhoTz, —J. MUDFe(II)<MIDAIIN) Tik
LDHIEE DG EIZh b 53, CODAERITIELE A LR TE o lz, 5 ORERIT, LDH%LOD
A, BT = b MEEEERT 7200 Fe(INVEDOEKICHEY THH Z LA R LTS, £
72, CuFePCuAlTiX, LDHMEENTER STV ARV E 230 58 BIAIIC 90372 CO, D Al A3 e
BENT, RSB OWTIE, Cut*b 7 = b il U CHRET A2 2 e BN TEY | Fe¥i &
%7y NSRS TR L SR - STV DY 2 Ui ((COOH),) 7 & @ il A k¥ % 2 Rz
SRTEDZ L HESNTVD, AFZEICBNTH, CulDFER 7 = > b U RIGIZHF G Lz 2 & AR
Ehd,

PLE X Y FeAl-LDHIZ, LDHHERDOINIFe(INFEDTERL & 7 = > b U K OB fifit & U CHRES 2 7
=AU HEEBEGILTE DR E IR o TR R AL —R 7 = P UIETH 2 Z E BRI N S,

LDH#&:&
(XRD%#T)

_Mmﬁmmmmmwi‘, S _

M(I)Fe(lll)

Fe(I)M(Il)

DOXXXXXOOXO

~5 10 15 20 25 30
Conversion to CO2 (%)
X1.7 pH=10THRBMLAEEZRET = b (FeDMAUILD, MDFe(II), MUDAI(II) ZAWEZED
7= /) =i bCO~DIERLR (EHLZIR) DK
(7= /—/v:20umol, H20;: 600 pmol, ¥&FHE : MiA20 mL, RISIEEE : 30°C. LB : 60 min)

[2] LDHDMEEIER 2RI+ 5 Fe(lINA b Fe(IN)~DBTHEAMKIE (CtB CHEAME) OB
B 7 =4 @B FeAl-LDHfREE DR E
FeAl-LDHIZ, M zFe(INfE & 7 =F MBIV R O@MEIC L0, FEOIZHWT = bRz RT 2
EaREE L CE 2, M1.8ITiE, X1.2T/R L7=FeAl-LDH-CI~ or -SO,2~ (pH=7 Cifi#l) Z A\ 7B KA
R TD T = 7 —Vin B CO~ Dl b H (e L)) ORRFE(LZ R T, [1] Tik~7= X 912, FeAl-LDH
BTN T NOEES, BT = bUOMRBERT I ENH LN E ooy, EOMEREIZ60 minLARE T
BWMICIK T T 28R LRI, 2D OMERTITIEU FO200B RN EZ LD,
<I> FeAl-LDHfR I CTIE i b 70 fif T & 7o W EE Sy f e L5 4 D A Ak
AP 7 = v b RUOSHBITERT 2 Fe(ll) 2y BFe(IN~DE T ARG (3K(2)) 73K #
<KDV TIE, i"]*?ﬂFeﬂﬁMi%ﬁHb‘f:%“@% IV OO ENRZSINTED . KT IZ(COOH),
DHMAERY E LTRAE LESEA, Fe LK 2 BT 25 2 & T, Fe2+ﬁaﬁ;ﬁf;@71/k/ﬁﬂ*@ﬁ;ﬁéfﬁﬁ%ﬂﬁ
o o SN/ 51 %hm\ézzo AWFFE O FeAl-LDHARME 2 L 72 F2ic . (COOH) D AERKIZ X » T
FeAl-LDHﬁﬂzﬁEE{Jc:ﬁ&a“é%JlkﬁFe(u)EﬁﬁN%Wh LTV ATREMEN E 2 %znéo APz oW, .1
MR &) CTHLHRAZEY, RN OFETH Y . Z OFeAl-LDHR LR IZB W T, 23R/
Fe(lll)bx%Fe(n)Ao)Cﬁﬁiiyﬁfia%ﬁkéhfb\focu\ EBEZBND,
UbXv, AFZETHI L [7 =4 U fiBFeAl-LDHAREE] &, 1.1, AFZERRY R Tl 7-0Ek
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D7 = b RISDORED 5B 12, s (#
Bibzhs®) NAR+4r) & (3. Fe¥ i bFe? ~0DiE
TEEAEMIGNE Z 02 v ORERIIZ IR
FPESTWRWI ENRBEIND,

B FeAl-LDHAREE D FEMMCTEI R

ko REA T2, g (EEIEh=ER) R
+431 & T3 Fe¥* M b Fe? ~0 i ot AR KOG 23 i
DT W EBRRTE DR RS 25 D 0 , ‘ L ‘ ,
72912, LDHO fi i Re il 5 H L2, W< o 0 30 60 90 120 150 180
DOLDHIEI N T R L EF—ZEAT L LICL Y. Reaction time / min
LDH o 24 & 34 O #E % 4 & 1 A4 > i eMMmcT X 1.8 (a) FeAl-LDH-CI-, (b) FeAl-LDH-SOs % i\
BB A A LT AEY0 MMCTIC L » RO 7 =/ =i b Co~DELR (EZhR)
THEH Lie 2R L@EaEe, Aicr PREELL : K1208RE(l
e EIL (h) A FE LB LS s sk 5 . (7= /7 =120 pmol, H202 : 600 pmol, ¥4 : #ik
B B AR I ~ DI b R s s 20 MLy RUSIREE : 30°C)

%o AWFETIL, FEAI-LDHOJEFHEMMCT IR THELT e & Fe(11)> & Fe(ll)~D & Jt F 4 BUSIZTE
A+ 2568 CHEAEMKIEIC X > T, FeAI-LDHD 7 = > b Ui RS« 7 v o Ea B L. EifEo
k%X %,

AHLERR (L >420nm) OME FICH T 5. FeAl-LDHf i Z W =B KRBT THo 7 = 2 — b
CO~DHR LR (ERELZIER) ORBEAZKLIANCRT, KERHET 22 Lick- T, EBEILZIRD
RigE7Zpm L3R Sz, JERUE (i RERT) LT 90 minkf i TRI2.165 b OPERE O [ L
BERR S To, RS T CORENZR T = v b ERER EOER ZBET 5729, Fe(2p) XPSHIEIZ L 5
FOSHT% OFeAl-LDHO R 4 217> 72 (M1.9(B)) . fF oz A7 Fuid, ZiLEiFe(ll) & Fe(lll)
R4S 2 KB4 5 7= O WA B A 4TV, 708~T714 eV D B — 27 A Fe(Il)Hi 3k, 710~716 eVD ' — 7 ZFe(lll)
Bk EIRE L. T omEL S KISHTE TOFe(l)/Fe(ll) 2 ZNENFH Lz, 5 L 7= FeAl-LDHfih i

Conversion to CO2 (%)

80 ‘ : 120f(c)
(A) 128 [ Fe(h/Eell (B)

) 60 =0.34
S 40|
< 60 20l
o ) _ -
O With VIS. light i (b)
e (A > 420 nm) 2 oo | FeliyEet
5 40 2 4| =0.24
2 2
B c 20 +
£ 0
3 Without light | "™/

20 (Dark condition) 80 |

60| Fel/Fell
a0} =0.47 Fe(
0 ‘ | 22 V\I\. Fe(l
0 30 60 920 pohre
jon ti i 720 716 712 708
Reaction time / min B2 g enernl 7 ev

B1.9 (A) XBHE (BETT) EETHRER (A >420 nm) BHET. FeAl-LDH (CI'ZY, pH=10T#H
B) ZHVWEEBEDOT =) — A 5CO~DERLR (EHIELHR) ORBEEWL (7= /—Jb: 20 umol,
H20> : 600 pmol, ¥ : #iA30 mL., KIGIEEE : 30°C) . (B) (A)IZI 1T B FeAl-LDHf B 0 &Rl # D
Fe(2p) XPSA7 A D H#E ((a) KiHET. (b) RHE (FFT) TORGHE. (c) FIHEER (A >420
nm) BH T TORIEHE)
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ZIXLDHAEE DML, Fe(HNHKDO R b EEND Z ENnD ., KEATOXPSAZ Lz Fe(lll)H
;E@r:~773>43ﬁ L Av, £ DOFe()/Fe(111)1%0.47 Th - 7=, JCHRSHEE T OIS % OFe(l)/Fe(111)1%0.24 & &
H &, RKOGRTE R TRE TOFe(IN)DEIE NI 25 R E o7, ZOFEEIL, FeAI-LDHF DI
SEFe(IN 2 HFe(I) SO EALE S (7 =2 F Uk - (1) DEITLTWADHZ 2R LTWn5D, Ll
RN %Jlker(u)m%Fe(ul)«@ﬁz@ﬂ:ﬁm:tt&t AR L7zFe(I) ZFe(I)~E 7 2 Mt ((2)) 1%
EZDIZKWZEHERLTEY BT F ClEFeAI-LDHfME D HA 7 o R ICHENH 5 Z &R
iz, —H T, AR (0> 420 nm) % B L CRUG L= OFe(I)/Fe(1)1X0.34 B S, BEAT T
TR LTSI T, AL ICFe(IDREML TWD Z E bR TE 2, 2o DRI, e Ry
THZETT = FUOMERBORIER M LR ER I NTIZE 000 6T, KIS E D Fe(I)/Fe(lll) b & VWME %
ALTWAHZ ENnG, 7= MU RIGSHRIZAERT D Fe(lll)23FeAl-LDH B & O EARBEER > £ 0 136k
MMCTZh R IZ K> CTRe(IN) B AEESN D 2 & T, 7 = v M UIERIG A 7 AR @b S i 2 &
R LTW5D,

[X11.9(B) D Fe(2p) XPSHrHT D #E G H & . FeAl-LDHfEE1X, W AT T C D it (2 Fe(1)/Fe(11) Fe 2359 11252
FIETLTWD DD, FUSMEICBWT b RE LICFe(INEIZFET S Z & bR SN TWS, Ll
NN 71/—zm>%cozf\®ﬁf$%%4tﬁr~“ 60 mMinCAfE TIFEIEL TV D, TNHDOFRERNDL, BT F T
DOFeAl-LDHARIEEIZ 35 1) 2 AL R O 2 7K T i, ERRAD ORI TFe(l)h> 5 Fe(1)~ D& 5T H 4 X
JEDE Z DT VY 71 T < KDORE TFeAl-LDHfEE D o5 2k 0 ¥5) — SR Fe? il 4 C 1L fe{b. 43 g C
TRV REAEOERKR ] bES LTSI ENRBIND, LD OMBERICT 5 HFHE
MMCT D% 5 % BT 5 729012, FeAl-LDHffE 2 F W 72T F CTO SR IS TR (A > 420 nm) %
PR U 72 B O AL 2RI T TR LA L2 (KI1.10(A) . BEAT FCid, & OMEREIL30 minblfE T
AWK T L TWADIZx L, BT 90 mindD USRI AT YA (A >420nm) #FATH 2L T, 20
L RITRBAIC A B 5 2 &R S AL, ATHDEER IR 90 minBAN T2 O EERK ) R ITHI70%
WELTWD, ZOMPEIX BT FTOT = b RIS X o THER L= #5 E T E 4% ((COOH),
) M, FeAl-LDHAARME D EFHEEMMCT R CRIL 3 TEE CH D Z L R L TV D,

B L7z L oiT, B—FRFe? i fif 2 FIV 72 % T, BOSHITAR T 5 (COOH)D X 9 72 ¥ 55 fig 14 b
BMHFe LR EZ TR T 5 = & T, Fe it D 7 = o b UERMER RIEM L SN, 2N T = v b U PERE
IR T IEHERDLIDIZ/ > TV 52D, AWFIETHER S L7 HRRETIC K 5 MR bR m Lo R, ot
FHEMMCTIZ L DFe(lIN>BFe(IN)~DETTHA T v AOFLEZFICL D O THIE, X1.10(A) TH
BT REAT RGO YIRS X » T L gh =R\ L+ 2R A2 FH & 2\, D F Iid, FeAl-LDHfik

oy o

®) i

. Light OFF @f"" .:.-:
vk

‘.’ 9 ]

FeAl-LDH

[&2]
o

With VIS. light |

- Without light i/ (> 420 nm)

With phenol

N
o

Conversion to COz (%)
N
o

Current density / A cm™

: S W|thout phenol

30 60 90 120 150 180 0 120 240 360 480 600
Reaction time / min Time /s

1.10 (A)FeAl-LDH (CI'Z, pH=10T#HRH) =AW ThRRBRHFE (BT T) TOminKHtk. FHEIEHR

(A>420nm) FBE T TIOMnKIEEITo7=BDT = ) — A2 5 CO~DELR (ERILEIR) DRk
24 (7 =/ —/ : 20 umol, H202: 600 pmol, F&EHE : MiAK30 mL, KISEE : 30°C) . (B) FeAlI-LDH/FTO
BRE OB/ F R MM (MEAME : FeAI-LDH/FTOEMR., B MR : Ag/AgCIERR, B : Ptit. EF
R : 7=/ —A20 pmolZ &¢0.5 M MgCIKEIR, H202: ., JERH : FIHEAEHRE (A >420nm) )
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EOKFEMMCTIRICE > T, 7=/ — )V E 38 e R L&Y 2 BRI iR 5 KOS
(S fi 5 4 e b 45 m)gmﬁ IR L TWD Z LRI N D, FeAl-LDHfE o St fik i i 5 1L 4 fi 25 Bh
DA EZ R 572012, FeAI-LDH/FTOEMIC L 2t EXUL TS & et L7z (M1.10(B) » 7 = / —
wffomvaA@Muw BEE A2 FHIN L7228 B AR O ON/OFFZh R 2 iR L7z & = A, BEif/n
JISEME OIS T ComLEROM E) BB Iz, —FH T, 7= /= V&EIRMLTWARWEEED
ﬁﬁfi FISEMITIFE A EBHI SN -T2, 7=/ —AIFETICBWTREBLER DR S L

L EBEMMCTHRIZ L > TFReAILLDH EIZ A LT 7 = 7 — v b L < IEH A RS O 1k
#ﬁbf&é &%wafméoZM%mﬁ%#%\&Nim%ﬁ%%wkﬁﬁﬁmiéﬁ%m%$
M EOERICIE, HHEEMMCTHRIZE D TFe(lIN B Fe(IN~DiE T ARG OEHE ] & TEflia iz
m%%@%ﬁ1®20ﬂ%x%ﬂéo

B HEEMMCTRIRZIER L7ZFeAl-LDHf# E T 7 =2V P URIEDHEEA =X A

LR O B E 2 72 1T, FeAl-LDHfil wadl, o
LETORBEMMCTAREIEME LT =2 bV HOp) 1% .OH <r
JCDHEE A N = X L% X1.1112777, FeAl-LDH I ' Intermediate

OA- products
ORI T =4 (A7) EHOE DHIZ L »TT =

#%. LDH ETINEFe(INFE & O 7 = > b U B3 i

T2 L TOHRAEK SND, 2Ly, BE Fe(lll) A|(|||)
THd7 /)= T7 =/ —NVERIIZE > THEAE g

5 I B R OB B i S s, 7 = | T eATEDH [saAEMMCT |

v b RSB AER T % Fe(l)iX. FeAlI-LDHE & @ A~: Anion OA™: Oxidized Anion
HFHEMMCTHRIC L > TRe(INITBEEFH A S,  KL1L EFEMMCTZRZTEM L 72 FeAl-LDH
EEBICE 5 THDOAIIN) LIckAET B0, 7 MEETOT =2V bURISOHEERX I =X 4

J =R EAE AR ORRIBICHERE SN D, ZHICKY SMERER Y = & b Ui o 7 VS EER S
NoboEHESND,

kO (0OA) Hin-situTHER S - ’('Fe(ll) 55

[3] 7 =4 > #BhFe(11)-LDH#E A Ml o> B 3%

B EHEMMCTRIR Ot CHARE) ZTEH L7zFeAl-LDHflE D RE

FeAl-LDHf BTV Tz W T, @7 = > b U PEiEZ 7R L, Fe(1)2> 5 Fe(11)~ D 3% 5t R4 Kt D
RENER SN, LLARRNS, RACHEREZAHLEARICBWTYH, ZOETLHAEDRILR
Aoy TR e < L BB LICfE O LDHIE S O R EE (k1 A v OiEH) bR I TV (F£L13) . B
L7egkA A ik, 111 MRS R CT7 o b RISOMBER E LTEITZFe(OH)s A 7 v ¥ (2
FEIEW)) HAEOBEKR LD, RFROF R ZREEN (EMA) ZBET 202X, A4 BHOD;
1B, 2 F Y IZFe(l) 22 HFe(I)~DIRTTHERNROE R LM ERRAI R ER D,

BeA A A VD REROE) RS TIE, cOHEFe* 2 AT 5 6 ((1) & -0 & Fe? & B Rk
T 5RO (K(2) D, -0 Ik - CFe¥*ZFe ~ELHAET 58 (K@) babhTn5H2),
Fe¥*+ -0y — Fe** + O (4)

#1.3 FeAl-LDHZAWE 7 = v bRt (X1.9) Bt DOFR@mFe(I)/Fe(lll) & A F v BHED

Fe(ll) / Fe(lll) Elution amount of
(XPS) Fe ion after reaction (umol)
Before reaction (Fresh) 0.47 —
After reaction (Without light) 0.24 18.5
After reaction (A > 420 nm) 0.34 3.1
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SE VL, KOG E R T = T, 80
RKAOKIGEERESEDL Z LITHEND
AL L CFe(ll)2> HFe(IN~D3& T H A%
EOWERRIAD D, AFETIE, K(EQ)&
@O FER EEZ B HE L. Fe(ll) 22 5
Fe(I1)~ D 3& 7t 5 A4 SO D i@ 0 AT FE
FeAl-LDHfif i 7> & o 8k A 4 o v Hm ) &
Hfg L. BB{LAl & LTIliNd 2 H0.& (75
~9217 pmol) OFEEZ A L7z (X1.12) .
75~300 pmol D H,0, % #s AN L 72 % Tk, | ‘ ,
H2O iR AN & O AN AW BEE L 2 2 D 1A 0 2000 4000 6000 8000
DRI NI, kA AV EHE LIS Added H202 / pmol
DM Z R LTz, —F . H20.%4300 umollh [K1.12 AIEEHR (A >420nm) FREK T, FeAl-LDH (CI%,
FEMUIER TR, EBEERICIEEAE pH=10CTHE) 2HAVWEERO 7 = /) — 05 CO~DER{L
TR SENE NPT I2 b b bd ., 8 R (EBERAHER) L&AV BHEICKIETH0RMED
A A UV RO W T H0 R B o s R (7= /—v:20pmol, H202: 75~9217 pmol, ¥ :
TR < BT A A R ER X e, PR30 mL, RUSREE @ 30°C, RUGEEM : 90 min)

FEIZ, 4032 umolLh EDOH0 % IRk L 72 %R Tik, $k4 A A H & %20.57~0.76 pmol f£ £ 12 & THIH TX 5
ZERHMIGMNE R oT, DTS, TDTD, LD T = b UG RIT, H0 781 #4032 pmol T
Bt &1T - 72,

-
(8]

60

-
o

Elution amount of Fe ion

40

after reaction /umol

(&)

20

Conversion to CO2/ %

W FeAl-LDHfihfit & Y BEARSefbfE (TiO2, WOs, BiVOs) DAL

FeAl-LDHfi i 2 iV 72 7 = > R U UGB TS TFe(ll) 2> HFe(I)~DiE T AR & TEb4) 7%
FO(ERIZER) | OFERDLMEZBEL, FEAROCAE L OBEEIE RE LT, BB T,
Fe*ZFe?* ~IZICT 572 O+ 43 BT HENL 2 A4 5 TiOz, WOs, BiVO, & R L | FeAl-LDHG T F5 1)
L KBV (2 2 B O B Rl 2 A 45 Z L THEHALEIT o7, A ATERR (A > 300 nm)
FIT AR (A >420nm) BBE T, 2D OFeAl-LDHE A G 2 F W 72 B o KB i B 5 7
= /) —/LInBCO~ DI bR (EHLER) ORIFE(EZ MLI3(A)IT R T, EIMIS BRIl <o 5
TiIO 2 A LTSGR D F, S AIHEHRE (A >300nm) FRET T CHGHE 1T > 72, FeAl-LDH/TiO, & FeAl-

0.6 T

§100 c (C) .
S~ © 6
N 80 Fe(l) / Fe(lll) =
3 (B) (S) sS04 -
L 607 FeAlLDH FeAllDH € §
c 1 TiO, 1 WO, 35
= - Before €D
@ 40 . 0.66 064 S22l
g reaction &8
& 20¢ After 5@
s}
O / (d) reaction 0.83 0.92 w

0 e 0 1 1 1

0 20 50 % (@ (b) (c) (d)

Reaction time / min

B11.13 (A) SAARIHRAER (A >300nm) FEXAHENEHE (A>420nm) BET. 7=/ —A25CO02
~DE LR (ERLHR) OBRBENL (7= / —/v: 20umol, H20: : 4032 umol, ¥ : #ik30 mL,
RIGIBEE : 30°C) . (B) (A)D KRBT DFe(2p) XPSH HEH L 7= Fe(1N)/Fe(11). (C) (A)D K inté D&k
A AV BEHE

(fli gt : (a) bare FeAl-LDH, (b) FeAl-LDH/TiOz, (c) FeAl-LDH/WOs, (d) FeAl-LDH/BiVO4)

[(a), (c), (d) : FIHEHR (A >420nm) | (b) : AR (A >300 nm) BH T THRIE]
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LDH/WO; D 8 & Yt fil it & H v 72 B2 12, FeAl-LDH
Z B (CATHLERR RS F - 4> 420nm) & Hb T
BibhEom EXAMR I, 52, FeAl-
LDH/TiO M & Yo il it & F V72 UG Tk, > 99% D
R L2 RN R S 472, FeAI-LDHEA L v ¢ fiE

100

(o]
o

Conversion to CO:2 (%)
(o]
o

Bt 2h B o m L2 R S 4172 FeAl-LDH/TiO2 36 & 40 |
U'FeAl-LDH/WOsHE & ¢ it i o Fe(2p) XPSHI & (2

X % B RS O & E Fe(I)/Fe(Nfl & Z 2 E 20

H L7z (K113B)) . 7 =¥ k¥ Kbtk iz 0 . ;
Fe(1)/Fe(I1NE D K 72 BE A FEZE S v, Fe(11)h» 0 30 60 90

e, — N - . Reaction time / min
%Fe(“)’\@JE)E}iﬁ;ZP@TTLTU‘é\_k?ﬁ‘b?ﬁ’ X 1.14 TFHEEHL (A > 420 nm) BH T. FeAl-

olc, Tz, PFEEOLMBAZESLLZVTND | DHWO:EFHWERED 7 = ) — A9 b CO~ DR
ARICHTH, FRALDHHU & ST RIBHR O fh (BEEHR) KRIETWORDOHE (7=
PeA A I HEORD bR Sz (K1.13(C) o — v : 20 pmol, H202: 4032 pmol, ¥ : ik 30 mL,

HIZiX, FeAI-LDH/WOsBE &t IZ W TH . KISIEE : 30°C)
kL OWOs DB A 2 25 Z LT, WX  (FeAl-LDH/WO3 8k D 1A% & : (a) WOs 500
Bo(A>420nm) BETFTTE 2 b, >99%0 MM/, mg or (b) WOs250 mg, FeClz+4H20 10 mmol, AICI3-
BN ER Sz (X1.14) 6H20 5 mmol)

FeAl-LDH/TiO23 & U'FeAl-LDH/WOsHE &0t fi 1%, T WAL 2h R s L OFe (1) 2> & Fe(1)~ D& T
BAMR] & A4V IEHOME ] 2WyTE5 72 bt Tchs 2 L hbhrolz,

YL EDOFER G FeAI-LDHE &AL, B EMMCTZIRIC L 206 B O AMKHE & 8 Aok itz
X7 A PHRITEY ., Fe(I)BFe(IN~ZRANZELHAESND Z & T, T = bl A 71
OENFILICHFEGE Lz ENRmeInd (¥0.1) .

FeAl-LDHE A& Y fih i D PEREZe e ME 2 THERR 9~ 5 72912, FeAl-LDH/TIO D KB IK IZH02 8 7 = ) —

L DIRARER 2 ERHEICH T LT T =/ — ) B CO DML R 2 iR 35 13 v F Ao S |

Z L7z (M1.15) o FF30EIDKISIZHE VT S, B R DM T ITMRE ST, sV LZEn LA
THMBRTHD Z ERHALNE T,

120 ——m—m—m—m——————r——rr—r—rrrrrr

100 | : |
80
60
40
20

Generated CO2 / umol

0 2 345 678 9101112131415 1647101920 2122232425 28 27 2829
Reaction numbers
K1.15 AR (A >300nm) B T. FeAl-LDH/TIOA A Sl 2 v 723 v F R Rk 1T
XB7 ) —NofR (B . FeAI-LDH/TiO2, ¥R : k30 mL, KIGIRE : 30°C, RGFER : 60 min)
[RG1ESDES : 7 = 7 —/b : 20 umol & H20: : 4044 pmol DIR & KIEIR & T 1260 mink i, K
S, BBIROArNT Y 72X W COE A (%10, 20[E B O )G # I, BEFF T TRI12 hiFE) ]

B REEEOILE

FeAl-LDHBE A Yl 2 F W=7 = > b U ROSIZEB T D | 50 R ATRE 72 kS8 o3 #iH 2 & 5 5 7=
O, BHEAKFIZE ENDILEHON, BARRE L OBEKLERE, T O o fif 3 K 8 72 Ik O FL &9 O Rt
iR (Rg(L) 27, BRI, FEEEEMEL T T =/ —)v, BVRUERE L CHERE, i
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EHERO—FE L TRTUARVEBUVANLE VR N U A, HEROE BN BNTERA 4> DR
EMLICHET D22 ERMbNTWDH Y 2 Ui, KEBESIEECED D AEMEO—fL LT14-¥
FXHrEL—0y MEEITEE LT,

FeAl-LDH/WOs# & it it 2 W T 7 = P U RISZEE LS AICB T 5, Lo bEmn o
CO,~D R b (ML) ORIFE(L A2 11610 7T, g4 A Vil % Atk ¥)—F% 7 = b
VIS CRUEIIEDIRIR & 725 v a2 ViR ZE REICHWIZHAIZB TS, 7=/ — VOBRESFIZ RN
TEWEMBCIERER SN, o, DRAENREE S SNDHEEE, FT VARV EV ALK BT
MU DA LATFFH ATONTH BRI RAERY Th 5 CO AR L. SR H O I
COEBEOHMb MR SN, LLEX Y, FeAI-LDHE A EAMEEDS . 1B K FICE £ D8~ 28845 iR
PEIEEY ORI SR ETREICT A 7 = b Uil TH 5 2 & NHER ST,

100 14
;\; ;\; 1 (C)
= 807 =
3 S
e % IS
5 5
'z 40 I 'E
3 2
c 20 c
(o) o
O @)
0 30 60 90 0 30 60 90
Reaction time / min Reaction time / min

B1.16 AR (A > 420 nm) BB T . FeAl-LDH/WO3 (58 818 D H3A & & : WO3500 mg, Fe(11):Al(I11)
=10 mmol : 5 mmol) & AW BR D & BEE 5 RIEE WL W b CO~ D LR (ELZIHR) DREF
2k ((a) 7=/ —/v :20 pmol, (b) ¥ = V& : 60 umol, (c) 1,4-PFFH% > : 30 umol, (d) EFEE : 60
pmol, (&) FTFTINRUVBUANVFVEET MY A 7umol, H202: 4032 pmol, AR : #iAk30 mL,
RSIREE : 30°C)

5. BF%EEDOERIRDL

FEZERK « HEK T O RIS O & E N R 2 BB T 572000 [RE—FR 7 = b il
VAT A HEFETHREEICH LT, REFRFERE 5T O TR E CICHRE L
WFZE BRI RIS R 9@ 0 2Tk Siv7e (GEeBE A CFEAl - 5 (GEAR) ~ 1 (REK))

<1> B EBBERYE O EEBRb R (FERE : 5)

@ TFe(I)-LDHJ TH#Bh T =A ) T8l ) o iE

@ KBHTFTTOT7 =/ —VOEEmE (CO~DIA bR (HEHLZh=) : 100%)
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[Abstract]

Key Words: Fenton reaction, Heterogeneous reaction, Layered double hydroxide, Persistent

Pollutants, Anion, Photocatalysts, Hydrogen Peroxide

The Fenton reaction is well-known for its use in the oxidative degradation of organic
pollutants using hydrogen peroxide (H.0;). Iron ions (Fe?" and Fe®") have been traditionally
utilized as homogeneous catalysts. The oxidative degradation of organic contaminants 1is
catalytically achieved using hydroxyl radical (-OH), which possesses excellent oxidizability
in the Fenton reaction using Fe?' and H,0, (Equations (1) and (2)).

Fe* + Hy0, — Fe®* + -OH + OH (1) Fe® + H,0, — Fe* + -0, + 2H" (2)

However, there are some significant issues with the Fenton reaction. For homogeneous
catalysis, the separation and recovery of the iron ions catalyst after the reaction requires
considerable energy, expense, and effort. The effectiveness of the complete degradation to
carbon dioxide (C0O,) is insufficient. The regenerating reaction from Fe®" to Fe?" (Equation
(2)) barely occurs compared with the reaction of Equation (1). The homogeneous reaction
generates a large amount of industrial waste in the form of iron hydroxide (Fe(OH)s;) sludge

In this study, we concentrated on composite—photocatalysts combined with semiconductor
photocatalyst and layered double hydroxide (FeAl-LDH) composed of Fe? and Al®' species as
heterogeneous Fenton catalysts. Because it is known that some LDH species have photocatalytic
properties due to metal-to—metal charge transfer (MMCT). Photo-self-regenerating reaction
from Fe®* to Fe? can be expected by the photo—induced MMCT effect. Furthermore, semiconductor
photocatalysts, such as titanium oxide (TiO;) and tungsten trioxide (WOs), possess a high
reductive potential for reducing Fe®* to Fe?" by light irradiation

FeAl-LDH as Fe(II)-LDH consisting of Fe?' and Al* species demonstrated relatively—-high
degradation performance even under dark conditions. It should be noted that the conversion to
CO; from phenol as a model compound of persistent pollutants under visible light (& 420 nm)
irradiation reached ca. 2 times compared with that in dark. Furthermore, FeAl-LDH/TiO; or WOs;
accomplished conversion to CO, of > 99% under irradiation of ultraviolet-visible light (> 300
nm) or visible 1light (> 420 nm). From the results of XPS measurement, the ratio of
Fe(II)/Fe(III) in these catalysts after reaction under light irradiation significantly
increased compared with that before reaction. These unique phenomena might be caused by the
reduction/regeneration of Fe(III) to Fe(II) in the synergy effect of “photocatalytic reaction
of Ti0, or W0s” and “photo—-self-regenerating effect of FeAl-LDH.”

This research contributes to the development of promising design guidelines addressing
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global environmental issues through the environmentally friendly degradation and

detoxification of persistent pollutants.
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