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Low-temperature synthesis of oxynitrides for development of new functional
materials
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This reserch project aims to propose the new synthesis method for
oxynitrides without long heat treatment, and to emerge new functional materials. Our achievement
includes the combustion reaction from chloride, oxyhydride and amide to form BaNbO2N and BaTaO2N. Mn

incorporation into Mo2N framework changed its electronic structure and improved the catalytic
activity toward oxygen reduction reaction.
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1. BFSEBRLE Y WO &

M ez, EFHEEHIE 3 2 < & CTREEMRD O FEMA, i, B8R E ChIH T2
TEBTELLEEMEITCH 2, —T7. BBR L A A v RO EEREH W -E/lY)T
X, GaN HFREN XA A4 — F 2 NbN HEEAR L EAEHLI N TEH D, BIEWA 4 v
LV BWHEERKEEICGER T 2 8WEFBEECHIMAEL o EBNZRELH 5,
AL A 4 v L B4 A+ v 2T EUBELYIZ. 34 7a v (Si-Al-O-N) & Lo
HHEM R HER & L2223 Th Tk Y [Oyama et al., Jpn J Appl Phys 1971], &
I LB LM oz AL F =kl e L CEH I Tw» % [Maeda et al.,
JACS 2005], BB LY:, MR L EROEZHIHT 2 2 L CEELRETFHELEHT
E EHBOT = A VBRI T 2 EHEIC X 2o RIFIC K > TEF T T TR
BT E 5,

Lo L., E(tWs X CBEMYNIBT)FCALERD DD % | GRIT IR R
TH5, O E LT, 1000°CL Lo EiRE)EcolEHiEe. B{tY% 500°CLA
L7 ve=T7X0H MBS 2 KA1 A B % [Fuertes /. Mater. Chem. 2012], L 2> L,
IR TGS L ER OB ORIHIZAS Tld7x | BTG 2 cHlE L -2y
DEBHNE—ED~a T2 H 4 FRIEEY R EICRoNS, 612, mimaK Tl
AINXF =T VETHAZREBIHFEHAL, MEEa X P RE RBREEAME WO
REDNEE T 5 7R,

HEEH L. 2B L UOBEY OB E e FELE L, F MYV LT
I Ml (NaNH,: @iisi 210°C) 2 AW 72 B k) o R E L ICBR3- 2 W5t 2 6t 1T € 2 72,
AFFRFT ERFL LOEEOGEWT I ML, SiREOERTZ & LHAMHEEZ W2
T, Bt EET 5 LB TE B, BAENICIE, (LERICLTE RB-(LY) 72 H AR
L LT, 500°CH Lo @R TARE T 2Z{tY (FesN, MnN, InN) %, 300°CLLF oD
IR DOEASH % T @ CTEB L 72 (X 1) [Miura et al., Inorg. Chem. 2013 ft], & 5 1c, K
JOHRE % 240—280°CCEZ 52 & T, EFREE~ VYA VIINL 10-30%E{LEH7-~
VI VIBEACIR T OEEICEII L, B FRED I 2 — = v 7 L IlIERE D [A]_E IR
L 7z [Miura et al., Angewandte Chemi2016], AR TEDORFEICL D, 505
ZltYeE YRl oI 2 AR T % 2,

LilnO, + NaNH, powders
240°C 36 hours

Teflon-lined autoclave

1 NaNH, @iy % Fi > 7= InN &5 5 D {KiR A 5 [Miura et al., Crystal Growth Des. 2012]
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3. DG E

AHFZE T, NaNH, ZH W 72864 G R T % 2 & T, Hi-migEsEey - 214t
YoERERZHEL L, AP0 ZTY. F PV Y LT I RIS EELLRIGT 2
720, ERNEFITAIVERIAD 70— 7Ky 72 AT Ko 72,

4, WA

(1) Bt ~ua 7 2H7 4+ DERK

~F Vv &Mz 3 Ba(OH), - 8H,0, NbCls 33X X NaNH, ZiR& L7 & 2 A, Ar 4
ZAEHAT T L WKIGHAERZ b, B BaNbON K L. —/H T, ~FH v %
ImL MMA 7256 TIIERTORAEPTTCREIGHEZ 53, ZOHOBIHIC X > TX
D HA I BaNbO,N 234EK L7=. Lo L7adis, ~FH v % 5mL iz =846l
BaNbO,N 234K L o 72 (M 2). ZOMIGIIRD L HIICEZLLNS,

Ba(OH)z + Nbc15 + 5NaNH,; — BaNbOZN + 5NaCl +4NH3

® BaNbO,N 4 BaCO,; + unknown

Intensity (a.u.)
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2Ba(OH). * 8H,O, NbClsk X U NaNH, icBAh o 2BO~FF VEEMAARKL
72ERYID XRD 2% — : (a)0 ml, (b)0.5 ml, (c)1 ml, (d)5 ml. [Odahara and Miura et
al., Inorg. Chem. 2018, 57, 1, 24-27]

ZORIGHD T v 2 — (3 —981k] & AiED b, T HIFIFF ICH L WREAKRIGT
Hb, TLICZOIGDTY br v —Z NHy HROAERKIC X VKT 720, Kbt
L0fEtEI NG, ~FH v DEER(195]/molK) &, 2 DRIGIC & b F4E L 7= Bz (490
J: A7 i@kt & 0.5mmo) # F T 2 & ~F % vEd ImL 086  mKiRE 23 500°C
BEICEFRT2ERBOLNE. — T~V ED SmL A, RAEE X 300°C
ZETHLERBED NS, L7z oT ~F Vv ImL oL, BE T O AR
DM DRI IC X 2IEFEY 2 2 2 & . BaNbO.N DA k3 2 FE G D 2VE % 35—
CHIT 2 2 2o XY IR e TR A4 FRIBEYOERKICHES L Tw L
Ezonb., AR, KGO AN F— %ﬂ%?%*kmibﬁ@ﬁﬁ&ufxﬁ4
IR AR TE B 2 L b 2 DO R —ICHIET 5 2 LT E W
_u 724 PBEYBELONEZEERL TS,



(2) M~ HvEY 77 v EDEK

FHibeY) 775 v et~y vy, FEV LT IFZRAET S LT, BILWFE
D ROSOHET L7z, B 25 cdee L, S efk, K3lix~v v i b
— 7 L7 MooN OB TFHEMEEETH S, STEMBRL O~y Hy ) TTVvHF )
AT —VTH—ICaHLTE Y, XRD THHTH 5 2 & 2R L 72, XRD #5H, 37
OBl Y) 77 vOERERE L 72, ZofMEEET VERK 1 ITRT, KTE
Bliid~wv o ticEHEMNCELTEY, ~v A rox) 757 vhoEihgy Rk
L7z,

3 NbCls, MnCLL XU NaNH, 2 7TA TV HHCRAETEZ L TCAR L~V H Y
) 77T vEtY O BEFTEMIEE E[Odahara and Miura ACS Materials Lett. 2019, 1,
1, 64-70]

e ) 77 Vv OBTHEEICHT 2 Mn BHOMR A TR 2 7201, WEEELIE
B v IR TR, v v AV EEERVWELEY) 7T vk, 5 K TR
BE %2R, BMoBLEEHEAARINEZZ LBbr oz, —TH. vV A ViR EGTE
fte) 77 VIIKHMEY 7 F V%2R ST, BIEEOHEKEZRL Tz, 2O LI,
~ VA VICE BBEBFEEOLENE R L C0E, K413, FAEOFECHRL 24 D
ZYOIEEEITCMIBERETH 3, ~ v AV EATELLEY TTF VI, ®Y 7TV ELL
I OBBBEITCICHE ZEBELHICS 7P LTEL, TAhVIKERTOEES
RICMIERED M BT 5 2 & 2 R L 72,
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Lett. 2019, 1, 1, 64-70]



(3) BfbA v oy LEED S F U v AFRE L

R NaNH, 28R x4, A—F 27 L — 7%~ A4 7 o e E omas 2
e T4 vy AEEOIGEREIC X 2EE N — 7 2l A 7, W BICRTE O HEiE
D XRD % —v T, InO; D —727 DAEHIZ N, uaali&%%ﬁ’*ﬂu AT 7 D
o7z, 7 =B LV BWHRIGEOEE TIIERZ RO NG Tt &
T2o FE 7z, WHBICHIZ OWEOFEE A~ 7 b T, Mﬁ&f&@ I D FEE 1T
JCD In O3 L 1T L A EZLIZ R b o725, 80 A EoEnwiEEXRE2H L T
W7z, 700 nm fHEDEEHE ) b BEE D - 72BEIEH 300 nm TH - 72, WHKICHTZ

%ﬁﬁ#fkf—wﬂm®%%%%lurﬁ L AIRPTR I SOGHETD 5x10 Q-cm 2>
O RIB#ZIE 1x1071 Q-cm & 72 0 WHHRISIC & 0 ERIEPR BRI IS L 72, BEFF
EWi&ﬁ%@SAWaﬁNs#BEm%i9dmmﬁNsE&D\ﬁﬁﬁﬁmi@%
‘%%@Wi3khﬁmbtoit\Nﬂ%L® G % P B 7212 DMPU @ & C In,0;

K % 260°C18h TG & 4 7= H ﬁkﬁ#?efwme@F%%a%kﬁlu/
? ?Af@@ﬁini#%@f%otoDMNJ@&%RK%%K B ClE vy VT
BB L 72—/, NaNH, AR X 4728 CIL X -3z v ) 7IEE L&
TREERIEML7-, 2ol b, NaNH, BiRE N L2 X - T, EF20D F—
Y I K DETBEED ERIRB I NI,

#F1 ARBETCFFITLATIFUELZAL vy L EBEOBR

Ty U7

WEE L BB

[Q-cm]| (1/em?] [cm?/V 5]

In,O; thin film 5x10! 5x1016 3x10°
e NI, 1x10-! 5x1018 9x10°
DMPU only 2x10"! 1x1019 3x10°

260°C 18h
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