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Preparation and characterization of MgFe,O, with adding Al or La
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Abstract
M-added MgFe,O, (M=Al, La) powders were prepared from a malic acid complex, and effect of trivalent cation adding on the
microstructure and surface area of MgFe,O, powder were intensively researched. When M atoms were added to MgFe,O,, the crystallite growth
of MgFe,0, was suppressed. SEM observation revealed that the addition of M atoms to MgFe,O, causes interconnected MgFe,O, particles to
separate. For unadded MgFe,O4, a large peak was observed in the range of 4 to 20 nm and the representative pore size was around 10 nm. The
ratio of mesopore increases with the amount of M atoms, resulting in higher specific surface area compared with unadded one.
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TN TFET =T A S OEITd D MgFe04%, BAHY %
TEME, nBEE M BRI CIRAEE R COME 2RO Z
EREENTWS, o7 s U HEEIEHETH HSr°Bas
B LT MgIZBEIRMIC LB E CHIRRITHTHDH, TO
729, MgFe04 I 7 v U HH7 = T A SO EHED SIS
2R DRI DO E M ELE 2o T D, IS T,
Fe A i, 5 R RUKT B, (b5 o o o X5 2k
REtERI B E LTIt R ED LN TV D [1-4], ZhvbD
e 7 2 v 7 AM B OB T, mtRmEE FoM
M7kl T ORMUNEETH D, HEEEMEROME L, MEE,
fEemtE, ERE, A X EoEAYEIC RS TS, 2
NoOWHITE > T Tha, REOFHRIGFIEICH KT
LTW5b, —fIZ, MgFeO4 3B LW=0 ik FEEHE DRy K % HI%
L E T2 EAERIGE TER I N TWD, B ISEE
ECFBRRFETHLIN, HWETDHET I v 7 A k%
D700, IR TORER &M, RBEEEY KT LEN
B2 [5]e & T, EARBISE T RO K & SO,
oS 2 T2 Z E A FEMICEE LY, Lavh, iRk
TORERIT LB OEB 25 22 L, Wi - IR RE
TIEEAMPOBADE D ZW i EOMERbHH, i
Wt LC, AHEERESIRTE (7= Uk, VO, ~ v R
&) T, MM 72 MgFe 0k -2 AR T & 2 Z & 3t 5
PZENTWD, ABothTh Y vramgrfnd e, R
WA & 2 < B E R VMOFe0. M MKIR TAER T2 Z L 3|
HENk [6], o, EfErFE L LTSiZmNT 5 & MgFe04
DOt m FECENIEl S, REE O RIS RT S Z
ELMEINTWD [7], FAEOBEmAIL, CaR 7 =T A4 T
& B CaFe04 IZxF L CTIRZIZRIM L2 HAIC bR S L
T2 [8,9]

AW TIE. D DETHEHITH LT EIZESN
T U o TEEEERIEIC & 2 MgFe,0,D FHL, K "MgFe,04~
DB THEDORMDFIZOWTHEM ARy T 7 X EB—
LM KRR A B T2 W B T 1K
LN TEREEMERERR AET VA v THEERK

U EFERTHIEEANE Lic, WINT 5 REICHICTIE
AlE Laz B, Z 4L 5 DSMgFe O, D f s, fEdh 71 X,
KEHE, ZAEMER CLERERICF L TED LI i
B 52 500~

2. RBFHZE

2.1 AHAEE

MgFe, 04D HFJFEHTIZ, Mg(NOs)y-6H,0  (FEHli s (1E),
HIEE 99.9 %) & Fe(NOg)s+9H,0 (FoEfidR(kk), i 99.9 %)
AL, ALROLaO BT, AI(NOs); - 9H,0 (Fadt
T (KE), FAE 99.9 %) & La(NOs)s + 6H,0  (FOYGHISE (#5),
FEE 99.9 %) &z, A A v KIC 2D ORYERHE % il
R, BFEAA L ORENEELEEDY A (FYei
FE(BR), 99 %) Z N X RIBRARAIK E Lic, B Ln L, 2
DIEHER Y N7 b— b BB O E L CHIBRA
MR E T, RIBEERETICEE T 2B E2RET D12
WIZ, 22511400 °C T30 FEE L=, T D, 225400,
600, 800 °CC2MFfHIALEE L7z, BVLERIRFO FIREE L, Wi
NOEA H10°C mint e L7z,

22 xv3H948)E—23ay

OB O RS AR L, AR XHERE YT (X-ray diffraction, XRD)
B L0 B, XRDBIEICIE, By R XHR BT ( (kF)
U727, Ultima IV) & MWz, BESMAFE, XBIE : Cu—K
afi, WEE—FEW - 30 kV—20 mA, EEHI (20)
10—70°, A3 v HHEE:2.0°min, o 7Y v FHEE:0.01°
FEEL[E % 3] & L7, #dbAH oo [ 72 1. Powder diffraction file

(PDF) 77 ANWEBRETHZ & TITo7e [10], FEida T
A X%, Scherrer=( (1) 12X &M L7 [11],

KA
b= B cos6 (1)

ZZ T, D:fEfTOKRE X, K: Scherreri €4 (=09) ,1:
XEOWPE, p: PR OIER Y CEENE) ,0: RBIITROTZ
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v 7 ThS, AELIRERORmPEL, EEEE T3
1845 (scanning electron microscope, SEM) % W CT#IZE L7,
SEMBLZ2IT 1L, JSM-6340F (JEOL (HABEF7—# 2) )
Wiz, BIESME. IMEEE - 15.0 kv, {72 : 20,000
% 1*200,0001% EENEEHE - 10 mm& L7z,

AHFLIZAR I No 7 A WE i 25 45 iR 4% % I & L . Brunauer,
Deming, Deming, TelleriZ & 5 BDDTk[12] % Ulde Boersy ¥k
[13] Z MW TEMlE L 7=, MFLER A3 A I, B BEAE <l 1
SN D Kelvin & VT, & 23 IS 3BT 2 /M FLATE &
LR E T ARG B D RD T [14],

2Y Vin
T = —m 2
Z 2T, re: Kelvin 2%, Vi« BEffi 8 O E VARTE, y « BEfEFE O
FKHES, P VT IRINDIES, Py : fATIRSIE, R &
RES, T: HFHEE CTH 5D, MIFLE A HIE T, Barrett,
Joyner, Halenda (&> TERSN7 BIH EEHWz [15)],
Er#mAEIX,. Brunauer, Emmett, Telleric X v #&EH S/~ F
S OBETAZ V7= [16],

v et e Xn O

TIZT  Vn: BF—BIIRE LT AR, V: WELT-H A
DR, P YT NEIVNDIET, Py fAFIZAKIE, C: EE
ERLTVWD, REOMBERREIZ, BET AL LTN,
(99.999 %LL )& vy, FmfEllE 2 iE (QUANTACHROME
INSTRUMENTS#E 4, NOVA 1200e) 12 & v %EHia L 7=, %,
(3) RUTHARIE (P/Py) #30.05~0.35D iz 5V Tl &
N5, BETZ vy hOEBOUF EHE 1 HVaz RS, Tid
O (4) Rk VB o L mFEE RO 1=,

Sp = VX NxA, 4

TZC, Sa: ABIOLFEM, N: TAHRY Fadl, Ay BRIV
2150 5D B (0.162nm°) Th 5,

MgFe 0,0~ —7E 1%, Williamson-Hallikiz & 0 S L 7=
[17].

cosf _ 09 sinf

B =24 272 (5)

ZIZTC,. D ERmTORES e BT, L XBOWE, g
EFTHROIEN Y, 0: B DT T v 7 Th %, ITICIL,
MgFe,O, D fdbia (200), (311), (400), (422), (551), (440) % i
ML,

3. WRRUER

3.1 XRDAIE

Fig. 1 12iZ. U > Ife & AW THH L 72 MgFe, 04 412 B8
TAHXRD/NZ — &R LTS, ATEREEHT, 2KFT
400, 600} 18800 °CTZ L E A 20F R BERL STz, KA SIS
R X 91T, k222K 1400 °CTRERL L - BN B L T,
HLFH 0O MgFe 0,0 A2 RS HERR S 172, 600 K TA800 °C CHEAL
T 5L, MgFe Ol DT — 7 SREENHIR LIz, 7238,
800°CCRERL L 723 EHI B LT MgFe0,L0 4t Dk dib A o
BT, MLRO N7,

LM T2 i S5 P AT JE TR 5 55 5075 (2017481)7)
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Fig. 1 MgFe,04ZB3 5 XRD/RZ — >

Fig. 2 {21, Fe lZxf LT Al & 5mol% } T* 10 mol% RN
L. 285 CRERR L 7= miBRIRIZEE 35 XRD /3% — 2 &R L
TW5, BMLERSGMEE, 225 % T 400, 600 & O* 800 °C T 2
RE & L7, BUSRT &L 902, BERIREEAS 600 °C LLTF 0
AT, HHD MgFe 04 BMEZR S LD T E D, 800 °C fE
Bt% TiE. R & LT a-Fe,03 (PDF: 01-071-5088) 7%
R b,
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Fig.2 Al Z¥#hL7=MgFe,0Z B¢ 5 XRD/XZ —

Fig. 3(2i, FelZxfLTLa% 5 %U10 mol% ¥RiNL .
ZER P CHERR L7-sBHZ B35 XRD X% — U &R LT D,
BULBESEIZ, Al ZIRINMLEZRE L RAETH D, La & 5
mol% ¥sAN L 7= MgFe,0, Tid, Z¢&(7 800 °C THERK L T
MgFe,04 LIS O R FIZ BN e o Te, LinLend b,
MgFe,04 <> Al Z N1 L 7= MgFe,04 (2B L TH 547z XRD
RE— L LT, La 2N L 7= MgFe,O, TIEET £ —
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7 BREEDN KIEICRA T 5 Z ERNbhotz, ZTD XK 57 XRD
v — 7 SEEDHED 1L, La IRINC K - T MgFe 0, O it A3
KFL7ZZ &R LTWA, La% 10 mol%isii L 7= MgFe 04
TIX, ZEXH 800 °C THERKT 5 & MgFe,04 & & H1Z, Rl
Yk & L T LaFeOs (PDF: 01-074-2203) NHER X7z,
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Fig. 41213, AL OLad AN & 225 71600 °CTRERL L 7=
MgFe, 0, D ¥ TR & DR Z R L CW5a, AR L7
MgFe,0, D #% 7 E4ida = 83725 AThH v, THME (PDF:
01-075-7773) & k< —FH L7, BRETRIFMAITE TS
% L5 mol%dAlZ AN L 7= MgFe 0, T I3 TR RS 238 L,
LalRIMOBZA TIN5 = & BAbdro 7=, ShannoniZ L ivif,
Mg?*, Fe¥*, A, La®* D6Eifr A A 413, JHIZ0.86, 0.785,
0.675, 1.172 ATH 5 L i S T\W\W5H[18], —#dFe™ &
AP E 7Tl N BT 5 2 LR ET D &, /i TIERT
KR OHA, %BE TIEBEMABESNDE, LHrLRNDb,

Fe¥ L La®™ DA A B EOEITRE L. FINER LA
MgFe 0,8 1 D BRI TFAE L T D ATREMEDS 3 D, MgFe,04
® (311) FEHZx L CScherrer= & H L. ALK (fLaz RN
L 72MgFe,04 DfEdL VA X%& R 7=, Fig. 5IZm"T L 912,
MR 72 MgFe 0, DG B 1A X1, BERIRE DM E & b
HIICH R L2, 225011800 °CTHERY L 72 MgFe 04D i i 1
P A REL71.2nmTH o7z, ZIUIH LT, 55 T10 mol% Al
ZUIN U723t o d 1 A X1%, T 2800 °CHER % IZ
BWT46.3% V431 nm ERFE -7, ZOfEIZ, MgFe 045
MDA XD H/E < ANRINZ £ - TMgFe 0,0 fif di 1%,
ERMEl S s 2 ERbhotz, REROMEMIL, Laz sl
L7ciBHZBI L T h iR & 41, 5% TM0 mol%dLaz il L
Tl B RS S A XX, FNEN800 CHERE I T
11.8% V7.3 nm Thot-, ZDZ &id, AlLY bLaDHA
D J7 HIMGFe 0, D il 1 B RS xE L TR & 223l 9 4L % Ff
DT EERLTND,
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3.2 SEMEiz

WIZ, SEMBLZRIZ & Y RO MgFe,0 8K L Al X T¥ La
ZUIN L 7= MgFe 0 1K DRI HE 2 T~ 7=, Blgicix, %2
5 H1600 °CT2RERIBERL L 72308 & V72, Fig. 61”9 & 9
(2. RBMDOMGFe,04D WA TIE, 20 nmFLFE DFFAT 72k 1
NBEINTHEY, MPRIRBENCHRBES LTV
KT 2D, Fig. 7 (@) & (b) (i, AlZEIN L 72MgFe,0,
WARIZB T 5SEMBEE AR L TW5, 5mol% AlZ RN L7-
AT, 10~20 nmiR EE OB 7ok T 3R STz, 10
mol % Al% i L7230k & 5 mol% Al i L7z 3k & o
i, RV Shve o7, Fig. 8(a) & (b) I
%, LaZ N L 7= MgFe, 0 A DSEME B A 7R LT\ 5, La
EUMUIZFENCIE, AIZRINLZ 6 0 X0 &3 7ok 1
DEEINTZ, Zh o OB, RIRMOFEHI A~
BRETHEZRN LB TR ER I Z b TEY
AlLL Y b Lad 5 A3 MgFe 04D di 1V 1 X O ¥EIN & #l
DENEBKRENE VI XRDAERE R & L < wHET 5, £72,
SEMBEH DR T A RIZBIT 2 BATELE 6 55 ATHE
7o f/ VAL P13, 5 mol% Al, 10 mol% Al, 5 mol% La, 10 mol%
La#shnatkl oNEIZ14.7, 14.6,10.4,6.7nmTdH o7, T HD
1%, XRDEIHT v — 2 % H Vv TScherrer=t2s 53R £ 2 & 5L+
FARXEFRLTND,

(a) 5 mol% Al-added

X 200,000
(b) 10 mol% Al-added
Fig. 7 RETRZHEN L 7=MgFe,0, ¥HEDSEMEE
(200,0001%)

LM T2 i S5 P AT JE TR 5 55 5075 (2017481)7)
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(b) 10 mol% La-added
Fig.8 RETLEZ ML 7=MgFe,0, BENSEMEE
(200,0001:%)

3.3 ARG EERAE

MgFe 0, (2351} 2 ik & AICLaD IRINE I & D BIf%R
BIRARDI2DIT, No T AR A SRR 2 WE Lz, JEIC
1%, 22 H600 °CC2REHIBERR L 7= 3k & F V72, Fig. 91213,
AlZ FIN L 72 MgFe;,04 12 B3 % No o AWk 35 SR M 2 7k L T
W5, WTNOMgFe0 A TH, 075 = PPy = 0.98 f
I CHIFLEAFEOMMBHER Iz, WESRBROTIR L
HIFLOFELE & OBREZBDDTIRICE SV THET 5 & Al
WINOFEIZE D 53, MgFe,0413Type IV (* VHlIfL) %
BIHZ ENboolc, £, N AL RS SRR E H
5. MgFe O R DIMFLIEIR &2 8 <7=, Fig. 10 121X, Al
TN DO MgFe041Z B3 2 N A W fil 25 S5 1R AR 2 7k LT
%, de Boer DAFHIZHE D & RIBIMDOMgFe04 #EHE M
o (ZA7A) OMALEFEH, 5 mol% &0 mol% AlZ Ik
MU 7=3kHE., MMAED LTARRENZ R (%4
7C) OMILEFFOZ E RN Tz, Tk, AR IFINT %
RIS N THBE R L SR~ 2L,
AP E L TNDZ EERE LTS, Fig 11 123,
Lalfs AN aii % @ MgFe, 0412 B9~ 2 N 7 A W 35 S5 1B 4k % s LT
W5, LaZ i L 7=MgFe 04K Tlik, 05 = P/Py Ik
THIFLERBEOMMNRD biviz, SEMBIZE CIIMR T
o T=nd, BDDTIEICHE 9 & Laz RN L 7= MgFe,O40%
Type IV (X VHIFL) ZFf>Z &R TREN S, £72, Fig. 12
RGN AW i 75 26 IR AR E Tl de Boer O 3HICHES
TLaZz N L 7= MgFe, 0 (K131 > 7 R bR (2 A 7°E)
DOHMILEREH>EEZLN D,

Fig. 13121, AKX ULaZ #shN L 7= MgFe O3 12 B3 2
BIHIEIZ L 2 AL AT R Z R LTV D, Kb,
MgFe, 08 (& TIZ10 nmfh it THIFLER 3 AT 3K & 72 B 43,
5mol% K& O 10 mol% DAIZ RN L 7=k Tk, 4~6 nmf}
IO BEE L FET D Z Db D, —J. 5 mol%
KO 10 mol% D LafRMnEECix, ANRIIOSA X 0 &3
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BRABEELFELTEY . 5 OMBAEIELI~4 nmfFTic
D ENDND, BETZRENDREEFEEEH T &,
I D MgFe 0412 B L T35.2 m*g™, 5 mol% % 1% 10 mol%
AlZ RN L 72 MgFe,042 B L T# 2404 L 456 m’gt T
bHoT-, F72. 5mol% KT 10 mol% La% #shi L 7= MgFe,04
B LTIk, £HhENn810K% U849 migh & AL bz,
IS DORERENS . MgFe,0,0 e R I 25 KT 5 720121,
ALY HLaxIRINT 5DOBEHTHLZ ENbroT,
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Fig. 9 AIZ¥M L 72 MgFe, 04 B4 NH R R 5 45 15 4%
(1.0 x 10 < P/Py < 0.99 at 77K)
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Fig. 10 A& B0 L 72 MgFe, 0412 B3 2 No& R 0 i 8 2 15
(1.0x 10 < P/Py < 0.99 at 77K)
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(1.0 x 10 < P/Py < 0.99 at 77 K)
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Fig. 12 LaZ ¥00 L 7= MgFe 0412 B89 2 No R R i 5 235 4
(1.0x 102 < P/Py < 0.99 at 77 K)

0.02
% 0.015
E
o
g oot
e}
=
>
e}
0.005
0
0.05
0.04
(=)
5
= 003
5
Z o
>
©
0.01
0

O unadded Al S/ mol% | LeREM/ mg!
A 5mol% Al 0 352
O 10 mol% Al
+ 5 404
10 456
1 10 100
Pore radii (r,) / nm
(a) Al-added MgFe,04
LaFsnik / mol% | teREM/ m2g?t
| 0 352
5 81.0
10 84.9
O unadded
A 5mol% La
¥ o 10mol% La
1 10 100

Pore radii (r,) / nm

(b) La-added MgFe;04

Fig. 13 EMETE %0 L7z MgFe,0,DMAZES 40



58

3.4 AR ULadFEMEIE

XRD &, SEM 2%, N, 77 A W i 5 S5 IR AR E, BET JMIE
NH, Al R La DX REFELCHELZRIMT S L. MgFe04
DFEEEVE, T A X, KB, MflfECof, kR
HENKELS BT DZENHALNE RS-, Ly
5 Al & La Tlid MgFe 04 M A D BAIRE S 22 LIz %9~ 5 2
DREENEL Bl o=, FiZ, La 2RI L 7= MgFe04 %
RCIx, 25X 800 °C THEVLER L T MgFe,04 D fit b 14
A AT 10 nm FKm & FEFITHA TH 0 | R i I TR
AL S S FEL, ERMBAKREIERLE, 22
T 2O LX) 7 La & Al OFEBOENZOWNWTHELET S,
Fig. 14121%. XRDHIE & Bz Williamson-Halli% %58 H L C
K E D MgFe,0,0 R ¥)—E L BULEIRE & OBfRE R LT
W5, Kt AlE D bLaz il L 72 MgFe04Z B TR &
RMENELTWDZ ENRDND, XRDUEN LB L7 X
1T, MgFe0,D[EIFT ' — 7 5 IX, AIL Y bLaz g 5%
TR o TRELLWA L, M THEDL, ALXD bla
WM UTZEEHC B W TR < Il vz, miik L7z X 91
AP IMEPRFEITIEWN A A R A EOT N E b, Lﬁ@
AF RTINSO F ALY BIEFITREWL, L,
La3*7ﬂMgFezo4ff§%EP ’ff?“é 3= ‘i MgFezoullijté“
%zbné nmimﬁT \moif%&<mm@%5
— 7 OBWIE LT, FRE AT EEDOD, La*
DIBAREIZAP L 0 /SN R END, 2070
La% AN L 72 MgFe 04 Tl db TR A3 Il &, B C
ek L C O e MgFe,0bi + 23 bh b L 52 b b, L
22 L7273 B, 10 mol% LaZ% ¥R L 7= 308k TlIMgFe, 082N
Z CLaFeOsX AHlitH & L CBIN Tz, Z DfEFIL. MgFe,04
I [EVE T & A2 o 72 Lahs MgFe 007 F 0O K T D Fe &
FEEKREZER Lo EBE2ND, 5%IF. BiEcEL
Lf%MLtm@mﬁMWwQ%%¢@ﬁm’Tf?é@

R I RS & (EXAFS) fiftr <0 iR & - A%

@%%ﬁé’é%ﬁj ZLICXVHALNIZTETETH D,
0.05
-@-unadded
--------------------------- —&-5mol% Al
004 T o =10 mol% Al
-A-5mol% La
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Fig. 14 BETRZ TN L7ZMgFe,0,DARH—FE L Z4LEE
EEE L 0Bk
4.

AT, U v TS ERIEICE D AL N Laz Bsin L 72
MgFe,0,% FHHL L | #5db s M O EIcBE+ 55+ 7 7

JETUIN T3 5 55 B P AR BT SR 5 55 507 (20174211)

ZUVE—variEERLE, LTI

Do

(1) XRDHEIED D, Lazifl$ 2 & MgFe 0,05 gt 23 B %
IR T L7z, ANRINCIEMgFe0,0 8 T AFE 2384 L. La
WIMOBEIITHINT 5 2 El¥bhotz,

Q)N%m%%M#é&MWMh DO fh TV A XA L
72o ALL D b Lad 03 i 7 AR I L TR & e il %)
REFFSZ Lo Tz,

(3) SEMBLZ TIE, AleLaZ il L7=3UkEHCid, Bshnai& v
b2k AR S s, T O ANL, XRDEIE R 5
E L L<HIET 5,

(4) N5 SR MAIE 2> 5 . MgFe,0,0 I FLESCT IR 23 Al
RLazBwMT 5 ERELS BT DV LMNER ST,
MgFe, O, D HIFLEE 3 A O RAE L, RAESTCHR OB K -
THIALED/NE 225~ 7 b L, BETELR BB KT S
ZENbhrol,

(5) Williamson-Halli51Z L 0 (ALL V) & La% #isHN L 7= MgFe 04
ICBWTRKERENELTWNWDZ ROz, T
AP I HLaS D IR RE oA AL R A RO D L EZ
bivd,
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