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(57) Abstract: [Configuration] A catalyst for continuous synthesis of ammonia using gas containing hydrogen and nitrogen as raw
materials is characterized in that a vector supporting a transition metal exhibiting catalytic activity is a two-dimensional electride or a
precursor thereof. The two-dimensional electride or the precursor thereot is: MxNyHz (M is one or more types of group 2 metals se-
lected from the group consisting of Mg, Ca, Sr, and Ba; X, y, and z are defined as 1 <x <11, 1 £y <8, and 0 <z <4, respectively; x
is an integer; and y and z are not limited to being integers); a metal nitride represented by M 3N, (M being as defined above); or a
metal carbide selected from the group consisting of Y»C, Sc.C, Gd,C, Th,C, Dy,C, Ho,C, and Er,C. Using such catalysts, the nitro-
gen and hydrogen as raw materials are continuously reacted on the catalyst in an ammonia synthesis reaction device under the fol -
lowing conditions: a reaction temperature of preferably 100 to 600°C and a reaction pressure of 10 kPa or greater and less than 20
MPa.
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BAERENHIFON S,

BikE LT, BGEG, SR BRERRELELZAVIHEIR. HRP
ZHAEERARICEREY. RUFOEBREEBILENETORAICCVDEWL
SREL). ANV Y EETHRIE, XEBEBLEWERNE L TERS
BEMEIEZ2LQEDHEE4FERTES, AILOBERERBDILEMERWS
ek, Bl ThZThOE&BRENEZIEALICCVDESTHESE, B
DELRBICTVEZTAHRICLYBLI B HEEFERTEIENTED

R BRERIEAMIEBICREEINAWA, FIXIE. FPULFZILRT
AAIVKRZIV[RU(CO) 1. 200 FbSFRX (M) TTZIRAT4V) I
7 =24 (II) [RuCl,(PPhy),]. ¥2BoOKYR (MYUTITZIWNEKRRT 1)
W7 =7 L (II) [RuCL,(PPhy) ], MYR (PEFILTFERNFRN) WLTFZUL
(III) [Ru(acac);]. T/ 2 [Ru(CHs) 1. |IEILT =D LIRUCL], ¥4
HIVRZILER[Fe(CO)s). T M S HILRZILEI D 1E¥IFe(CO),I,) 1. 1|IBEKL
FeCl,l. 7z Ot v[Fe(CHs)l. MYR (PEFIT7EMF ) g (III) [Fe
(acac);]. RFHAIKR=IV=8K[Fe;(CO)ip 1. AL /NIL MCoCL. MY R (
FEFILTENF ) T80~ (III) [Co(acac),]. I/%L bk (II) ZEFI
7t b+ hCo(acac),l. /NI bZ 04 HIHR=IV[Co,(CO)e]. T/NIL MY
[Co(CsHs), e RUARIYL RFHAINKRZI0s,(C0) ] EYTTFUAFY
HIVRZIL[Mo(CO)s]l. REDERDEE L BUVWEREBLEMXIZIEHEEHEGF
BREEZFRTE S,

EREE LT, ROIRERATE S, FlxE, BERKR. HDVIEHR
AWiEaBBEREAWAR (FIZIE. R uANILKRIIEEDANFY VIRK)
IR L. WY 5, COR BREELEWIE. BEMRICHLTO. O
1~40wt%, FFLLIZO. 02~30wt%, LYFELIF0. O
E~20wt%BEETHD, TOHK, BR. 7ILIV, N)ULEOREN
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HAGHHB, XIFEZTF, 50~200CT3 04905 5EEOE. ML
TBREZEFEITERET 5, RIS, BELALERERBILEWD 545 MIER
BRAEERTT 5, ULEOTRICL YHEEMRICE N m~BE n mOKRFED
WHFELTRUEOEREEA#BRE LABEREEMENIESON D,

[0041] COiEEHLEMBEOILEREREIZ0. 1~200m2/ giRETHY. RuZ
DBHREEOEFEIFEEMEK. HDHWVEREAFICHLTO. 01 ~30w
t%. HELLIFEO., 02~20wt %, SYHFFLLIFO. 05~10w
t % TH >,

[0042] &/, EROFZEICKRAT. AROFETEILDILS VL2 Ca—N—H
RIEEMER VEFEDEBREEBILEYMRE ZPENESEICLYERRE
RICIMEBLT, RUSOEBEBLEMER UFDERERBICRTOMRY
28I > THEROEEBOEFEEBMELZFTL I ENTES,

[0043] &/, ARBOESEEMEIIBEORERMERVWKEGEKE LTHEAT
2ZENTED, BEMICIE. AR, BRIR. 4TLy b, UV d vhO=
CUE 000 NZHALRBEDOHROKEENEFONS, T/ &
HIOERFEBEMER., BYLZ/HARICI—FT+ VI LTHLERTSZIE
HTE D,

[0044] <7 VEZTDER>

AREROT7VEZTERAEIZ. AIROEREEMEZMES LTHWL,
KREBREEMBEETRIBIETCTVEZTEERTDFETH S, Rt
DK —TEEIZ, MRDN—NR— - Ry aFEELL. BROBRREK
ROREAIAEENANMETFT CEERIGIE. N+ 3H,22NHOREEL>T
ERLETVEZTERAMXUIKTRINLTORES 525 E5TH S, BRRV
KRARF, RIGBRICEE L BEREEMEICERT 5 LD ICHIBT 5,
ERBEBRRVKBRHRIGERT VEZTE2BRER. RIERICU YA VILE
BIhs, Z2RRVKRAREHET 2R1ICIEFEEMEORE %2 KEHR
NIFKBREZBRDBEEHATETNEATVW, HEIN/CRUFEDOEBRERE
KB L TWBBEYMEEETRET 2RILEZ T ENMFH L,
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[0045]

[0046]

[0047]

[0048]

[0049]

ZBlbANT D LPCa—N-—HREEMEIRTIP TR, KORENELS
NTLEW, T, BREOKITTREEMEFELGDBLTLESIDT, 7
VEZTERRBIEITEDLET KD Z2HE LAVWEHEST. 405, Ko=2
EENM100ppmldTF,. FELLIE. 50p pmATD, BXR, KRUVKHE
HZZRB/ELTERTH I EAFELL,

RIS, BROBREKEROREHAABES TTHRSEMES MATZ T
EILE2T, PUYEZT2EKT %, BREKFROENLLIEHHT 1 0~1
ST FELLRET/5~T /1 OFRFETITIZENTFELYL, RIGEEG
BFFELLIET100CUE~B600CKM, FELLIE200CUE~500
CTRE. JYFFLLLIE250CUE~500TCRERENLV., RINEEIE
WEEEBHE TV ETERICERTHY ., +9R0TVEZTEREE LT
EEBICEEEZT7 VEZTERICBNICT 51013 LEREEATFE LU,

BARRIGZITOBRDEREKBZEDREA ADRIGEAIFFHICIRE I g
A, FFELLIZTOKkPallE, 20MP aXii. ERMANBEEALD &
 MEEBTTRETZZENFELL. ERALIE. 100kPa~20M
PaRENLYFELL., SMPaX®ETHEERRLA+OHETH 5,

BRREOEAE. Ny FARIGER, FAHEBERRROEA. RBERRG
BEROWThTHEAELAWD, ERNLBRRINSIERBRRGE/ &S
FELV, PYEZTERRBIETHOBRT. SETH2EBREHLIEF
THd, . EBRIGDD,. RBBRZRELGADPLORIGIE S EFFT
HY., TEMITIINEZDHITH0, RAGQIRI/LINTWVWS, FIZIE,
MERRGEEEAWVSHE. MENTEINERIBESEEBIICEREER
L. BERHBBOEOICA VY-V —F—%ZRBLTRBT S LT, ERIG
BOAYOEREEZT. mWrFY TINEERZDIHEMMEREINTWS,
Fr, Fefilfs RuRMELFELMEBERELNITICET 5 RINE
ZEAL. RRBEOEHOBEZRBEHET I2HEBREINTWVWS,

AEBICEVWTIE, RETOITWIAEEEFKIC. MELREBELA—E
HORNE. XIEHORIGBERVWT, PYEZT7ERETIENTE

t
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[0050]

[0051]

[0052]

[0053]

%, AT 2MBERAFKPOMBER, IIAFEPOMBELI SBIEN D _FE
S FOfMEOEAEDE, &L IEARREBOME & AT S OEAED
., OANBERTEIENTES, T, BRORBBZEBIEIHE
P, B—DORIGBARICEHRDORISEZFZRITHHEDANDOAEEFERT S
ENTES,

AFRBICEWT, EZEAESDOETERT 2%E. AFEBOMEIZEERE
TOFEEAFVWI ENL, REORIGETERT S ENFFE LWL, T4b
5. BRRINARIGEEZEHICEFRMEETITY) 2 EIKLYFTVWT VY EZTIR
REB/DIENTES,

TENBT VEZTEROFERISFETICEWT, FEHERHD ORI
BOHADOKRKEHRFO TV E-TEEIZ20%UTTHZDT, RIGHR
ROERT VEZT ELHRER. RRISERIERIGHT X P RRIGERAHIC
EENDITMPO—EELIBRETHOBEL TRACNR—Y LR BREE
LTVHA7ILERINS,

TUVEZTEREDKRERIZ, ARPEAXIIRATAZFEBICAWT
. KEKWE. BoBIENEE. HHIVWEKEIHE LB EEAED
HECRREEYY 7 NRISOEAEDOETHRHET 2 HE. NMF TR %
FERICBAWS AR, KOBKOMEICEL 2% NI K 2KOBOHER
ERBODAETHEINIKERRHOVWTHORMEERT 22 &NATES

TUVEZTEREDERE LTRAAZENERWSHE. KRARER
RAZARRAAZADKEIBEIRRUOHDBILHETIR. CODY T MR
ISILFE., COBRETR. BIEHmCCOAYR—2avickbCORBRETIRS
RTHEEINS, AIRRKERIHERIGERBTHZOF— MF—TIL RIS
TRETLIRBBZAALTHY., ZBRAXAERELTEIZRAVWSHBED
H/Ntbid, 1. 7—2. SEIHBETHD, KEIBEORRIGH R
KEARZEBULOHREIRIC) YA VIVARE LTERERT 5 2 &0 7
FLL, Ly YaAREV A DIIAADLEZIY bO—ILT BT &ICE
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[0054]

[0055]

[0056]

[0057]

STHERNICKRBZTIAEIEARBBINTSEY., AFERICSEVWTH. BAKIC
RIRDFEEERT DI EHNTES,

—7. BVWH/ NLEOEB%ZE2HEE LT BRERELLAZEIZRAWS
FEDPRABEINTHEY., COIIBEBZAVDIEVTFAIINHZIENRED
DTIRILF—MIFELVWAETH D, BIC. BRETBOBER. BRIE
=M —TINEICLDKRBEIFERL. BERERBARPTOERIER
WERYT2HEIEE. IRILF—SHOBESRNSEFFELWEZETHY.,. KFHA
IKBITHRPABEEE LTWTNEFERATE S,

TS, REGAICEDWT. AERZLYFHRICHAT S, NHOENRE
HHAVAOY NI S T7TRDZHD, XISTEEKARAICER LN H, % 82
I, TOBREAA/OTMN IS TICLYEBL TP VEZTERRE
ERD D EICEYAFKPRCLEFOMBED 7 >~ €= 7 SREMEOFTMET
27,

Kl 1
<Ru%EEFLAC a;N,DOREE>

mREZEDC a;N MK (BETREZEWImg ") 1 gZA rFEKOI/O—7
Ky 2 ZHTR U, (CO) K0, 042 g&BALTEEDAERAS R
HALL, AZAHALLHABZLOEGEIERAS525 0CT 1 SEEMBL
2o THIZEY2Wt DR UEBHRTEHEFTLEC a ;N MENEFLNL,
COMBEDBE TRERIZ., 1 m2g ' THY, HERLIFEAEBETRA
BRIZELLAD >/, CORBETRELEZRUDEBEMIXI3. O0THo Lk
<TFVEZTEBRRIG>

BRAR (N) EXKRAR (H) ZRISIHETFVYEZTHRX (NHy) %
MY 2ERRIGEIT >/, LRBOFETHELNMELRIGEEN400
COHFEAIE. 0. 2g. 340CHEAIZ0. 1 gaHSABILED. BE
ARBARBEE CERRLETo>, HADRE., Nt 15mL/min
, Hz: 45mL/min, 860mL/minil&EL. EH: KKRETKRIS
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[0058]

[0059]

[0060]

[0061]

EiToc. MBRORBEBHIOSLHETELHR%EZ0. 00 5 MRERKZABHIC
NTNV T3 ERLETVEZTEZBRPICEHFIE, ELELTVED
DA TV EAAV ORI S TICLYEE L, 400CIKBIFET Y
E_T7OERREIIRT1ICRTEBY, 2760umo | g'h ' THo7,
S40CICEITBTVEZTOEKEEIZ, RTICRTEHEY, 3164
mol g'h'Th-o/ze TOF(X103sN)ix164. 2THo7,
Khdl 2

EREBI1 DC a;NJIIKATC a,N (BETREMEImG") ZHWAIE, E
EHI1ERUAET2wt %R U/ Ca,NfEAZRSE L., ERHIT1 B UE
HBTCTVEZTARRNEEELZ, 400CICEFTZT7VEZTDARE
BRE1ICRTESY, 2750umo | g7h 1 THot, 340CICHIT
BPVEZTDARZEEIE. RT1ICRTEHBY., 3386umo | gh'T
Holc, TOF(X103sN)IF171., 2THo7=,

Ehehl 3

EHEFI 1 DC a;NJIRKZATC a(NH,), (BETRMEIEI20 m2g") AL /LL
M. EfEBIT EBUAET2wt %R U Ca (NH,) MMEZRARML. =
O EBURGETT VEZTEBRRINEERELL, 340CICBITET Y
EZT7OERZEEIF. RTICRTESY, 2118umo |l gTh'Thok
o TOF(X103%sMI33. 2THo7,

KiEfl 4

EHEFI 1 DC a; NI TCaNH (BETREEImg") & RUWLIAIL,
EREM1EBALAET2wt %R U/ CaNHAIEZREEL, EREfl1 &H
CEHTTVEZTERRIGEEREL, 340CICBIFBTVEZTODE
BOREE, RTICRTEBY, 1107 umo |l g'h"THhot, TOF(X
103sME38. 4ThHo7.

EhHl 5

EHEF 1 DC a;NICRATY,C (BETREED. 2 mg') % FBULLSAE,
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Ehfl1 EBUAET2wt %R U /Y, CREZAR L. REF1EREUSE
HBTCTVEZTARRNEEELZ, 400CICEFTZT7VEZTDARE
BIRE1ICRTESY, 580umo |l g'h ' ThHot, 340CICHITS
PUVEZTOEREEIR., RTIRTEBY, 1101 umo | gTh'TH
o7, TOF(X103s)iZ59. 4ThH>7,

[0062] 1. BEHEAKICRuZERFLEMBEICLZ TV EZT7ERRIGDER
AT (RIGERE : 340°C, & : 60nlmin', EH :0.1MPa, Ny:H,=1:3),

[#&1]
: TN Fa o

T Ruty-Alz0s 70 0 | 10 0.1
e RWC3O 3 ag | 261 75
EEmS Ra-Ruilctive ca;bon 310 282 24 0.2
B OeRuMgQ 12 25 ' 2367 ) 133
rm&@é"" RiCaOAIR03 1 45 | 22 o7
e RuCIZAT:0% 1 4.8 &8s 27
b RUIC128Te 1 AAAAAA 47 1671 524
SIEMS RuY20 0.2 25 11 58,4 B
%ﬁ_ﬁ.ﬁéﬁ” RufCaNH 1 a5 | 1107 ) 384
FEHRH RuCaiNH): 120 938 2148 3.2
FEpR Ru/CazN 1 31 | o086 1742
G wmgm AAAAA 1 3.0 Ite4 184.2

Ehefl 6

[0063] Z=HEMI1 DC a;NICHEIFTZRUBAEO0. 5wt %IC LzsE., =HEM)
1ERUAETO. Bwt%RuUCa;NftEasEsL, =fE1&RUE
HTTPVEZTERRINERE L, 340CILBTZ2T7VEZTDERE
Bix. R2ICRdT&EBY, 2009 umo |l g'h ' TH-o7,

Kiwhl 7
[0064] Z=HEHIT1 DC a;NICHEIFTZRUBAE 1. Owt %I LzU4k L. =HEMH
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[0065]

[0066]

[0067]

1EEUAETT. Owt%RuUu /" Ca;NflEARFERL, EmEFI1 &BEUSE
BTCTPVEZTERRBEEE L, 340CILBITRT7YEZTOERE
Bit. R2ICRTEBY, 2399 umo |l g'h ' TH»-o7,
Kl 8

EEBl 1 DC asNICHEFIT IR UEBZ 3. Owt %IC LIEUAL, Eikdl
1EEUAET3. Owt%RuUu /" Ca;NflEARFER L, EmEFI1 &BEUSE
BTCTPVEZTERRBEEE L, 340CILBITRT7YEZTOERE
Bk, R2ICRTEHY, 3446umo | gh ' THot,
KiEhl 9

RMEHI 1 DC a;NJITEFFTZRUEES. Owthic LizAshE. =il 1
ERUAETS. Owt %R U/ Ca,N flaEs L, =61 &R ULt
TP VEZT7EBRIGEER LI, 340CICBITEZT7VEZTDEREE
IE. RK2ICRTEBY, 3922umo |l g'h'TH-o7,

R2IC. RUBBEHEDERBZCa;NLILDZT7VEZTERRIGOBER%
=9 (RIEE : 340°C, FRE : 60mlmin', EF : 0. 1MPa, Ny:H,=1:3),
[%2]

M Ryt R R FrEsTORER
SERS N (et et {umred g Y
RHEME 8.8 ” i 208
ERET § 10 ?%;39
M%%ﬁ? 2 & 2454
s 3 1.8 3448
7777 MRS 5 1.8 mez
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[0068]

[0069]

[0070]

Ehefl 10

<Co#BHELLC a;N,DEHK>

MAREZEDC a;NMK1 gZA r FEKOI/O0—T Ry JARTCo, (C
0) ¢##MKO0. 058g&BEL. EEDARAZRICHALL, HASAHA
LEAEBNZ250CT1 5l@MBALLE, Chil&Y 2wt %DCoeES
BEFLEC a; N MEIrEONAE, COMEDOBE TRERKIE. 1 m2g'T
Hote, BRLIMELRV. EREFANEACEETT VEZTERRIGER
EL7ce 340CIKHBIFZTVEZTOEREEIL. R3IKRTEHY., 4
39umo |l g'h ' Thot,
Eihefl 11

<Fe#{#EHFL7Ca;N,OENR>

MAREZEDC a;NMK1 gZA r FEKOI/O0—T Ry JAHRATF e, (C
0) ¢##MKO0. 065g&BEL. EEDARAZRICHALL, HASAHA
L8 %250CT1 5BEMEALL, ThiCkY 2wt %DF e&EB%:
BEFLEC a; N MEIrEONAE, COMEDOBE TRERKIE. 1 m2g'T
Holce BRLIAEEAWV, EEF1 ERACEHETTVYEZTERREE
EfELE, 340CICBITBTPYEZTOAREEIX. RIICTTEHY,
284 umo |l g'h 1 THo7,

R3IIL, BEBBEBAHEFLLCasNLUILD TV EZTERREORE
RETRT (RIEE : 340C, RE : 60mLmin', [EJ7: 0. 1MPa, Ny:H=1:3),
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[5=3]
e S FLETER

L3 . §@§ @gm
&&%ﬁ% '\g'ﬂ“" & } {;},ﬁ'}f}i §'§ §-§-'§ ?
REMW ColCagMs AR 438
E 3 FelGal: 1.0 384

|_I_|

Ehefl 12

[0071] Z=#EHI1 DC a; NI XTMg;N, (BETREEIng") % BV =LIA L.
RMEBI1 ERAUCAET, 2wt %R U/ Mg ;NEEAR L, EMHEH T DF
HTTPVEZTERRINERE L, 340CILBTZ2T7VEZTDERE
Bk, RA4IKRTEBY, 365umo |l gTh ' Tho/k, TOF(X107
sNHiF16. 9TH-7,

Ehefl 13

[0072] EHEFI1 DC a;NJUIKZTS r,N (BETREMEImg") &BWUMAE, =
HEHITERUAZET2WtE %R U/ S r ,NEZFER L. EHEH 1 OFRHET
TPVEZTERRSEERLE, 340CICBITZT7VEZTDAREEIL
. RAICERTEHBY, 1520umo | gh ' THo7, TOF(X103s-
JWE70. 2THo71,

Khdl 14

[0073] E=/EHI1DC a;NJUIKATB a,N (BETREMEImg") &AWL, =
mhllEMUAET2wt %R UBa,NfIEZRFASLERH 1 OFRETT
VEZTARRBEEMRLE, 340CICBITBTVEZTDAREEI.
RAICRTEBY, 566umo |l g'h ' Thot, TOF(X103s)iZ



WO 2015/129471 20 PCT/JP2015/053853
26 . 1 T\‘y) 2 TCO
[0074] K42, BEESEZ=IEWIEMEICR u wt) #BEFLfRIC L2 7V EZ
TERRIGOER%ERT (RINEE : 340C, RE : 60mlmin', £ : 0. 1MPa
« Ny:H,=1:3),
[3R4]
e e | PLESTARS
HEN. o TR - o TOE ix 105 &)
g, oo fme g {’.&irrzf :ﬁ ey e
e B RN 10 3184 §4.0
EIOWR RdigsNa 1.0 388 8.y
MG RuiSnN 1.0 1530 P
SEENY Ru/Baai LG 558 263
[0075] [Lb&ss1 ]
<A ITHA PEULEDHRDERR>
CaCO,RUTA |, 0,08 KR%=CaltAlDEENTT1 :14EHBLD
IRE L. BEt30g A&7 I FIHIBRICTTI 300 CTOBEEEMEL /=,
BoniMmREV)VAHSRAERNIEALI X1 04PadEZEHFRT1100
C. 15BEMBLEROYS T +14 NUMELEYMKRERT K, COERBETO
LbREREIL 1 m2g ' AT TH o 1=,
[0076] <RBTAUEBICLDEFIFTA>

NICE>TREMKR3I g%, YVAHSAERICEEC amK0. 18
gEEBIHAL, 700CT1 SRAEMEATSZEICLIYREEZEREC a
AXFHETE L TR ERIGIEL, BEERICHEShAAHABZIRYE L, &
BTTYDRULABRBUYY Y AHASZAERICHED TEEICE|I T AN SHEL

oo Th%ZE11007C, 2KEMBYT 2 & THREEFRENMIZ2 X 10%c
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[0077]

[0078]

[0079]

m-3, LEREEIE 1 m2g  OEEMTA TS FEUYLEWMKRC12A7 1 e
%13z, C12A7 e~ ZRAWELUAEERAT1 EBAUZFHETRUE2 W
t%EFL. PVEZTERRBZEERELE, 400CICEITZTVEZT
DEREERE1ICRTESY, 2684 umo | gh ' THo/, 340
CILBIFBTVEZTOABEEIR, R1ICRTEHY, 1571 umo |
g 'h 1 THo7, TOF(X103s)IE52. 1 THo7,

(Lol 2]

teEmB 1 OEBEYA TS A FEREEMICRATEESEFZ2FERVWER
LEMMDC 12 A7 (non—doping) Z AW LUSE, EREF T ERUAET
2wt %Ru/C12A7TMEZRRL,. EEH1OXRETTVEZTER
RitEEELZ, 400CILBFZ2T7VEZTOEREEIIHTICRT &S
Y, 546umo |l g'h'THhotzc, 340CICEFTBTVEZTDARE
B, R1ICRTEBY, 88umo |l g'h 1 THo7k, TOF(X103s-
JWiE2., 7TTho71=,

(el 3]

EREHI1 DC a;NLIKXTCaO - Al,0, (CAERIEYTS) (BETRE
&1 mg) ZRAWEMAE, EREM1EBUAET2wt %R U/ CAfIER
AEL., ZEF1OXRGETTVEZTERRBEER L, 400TCICHIF
PT7VEZTOEREEIIRTICRTEBY, 467 umo | g'h'"TH-
oo 340CICBIFBT7VEZTOENRREIZ. RT1ICRTEBY., 220
mo |l g'h'"Tho7c, TOF(X103s MO, 7TH>o7,

[Le&fi4 ]

EREGTDC a;NJUYIRATC sZHR/IMLEMg O (Cs/Mg0&FEET %) (
BETRMEE12 mg) ZAWAAE, EEMT EAAZET. 2wt BRu—-C
s /Mg OfiE(Cs/RuscRib=1)ZAMW L. EHI1 ERAUCEXGETTVE=
TERRINEREEL, 400CICBIIZT7VEZT7OAREEKN1 IR
TEBY, 2264 umo |l gh ' THolk, 340CIKBFBTFVE=ZT
DEREEIR., R1ICRTEHSY, 2367 umo | gh ' THotk, TO
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F(X103sNIx13., 3TH-ol,

[0080] [Lb#fy5 ]

[0081]

[0082]

[0083]

EEBI1 DC a;NUTRATB aZiRmmL &R (Ba/ACEREET 2) (B
ETEREME310 mg") ZHW/AE, EREM1ERLCAET2wWwt %R U—B
a/ CHiE (Ba/RustREE=1)ZAH LERHI1 ERCEETTF VY EZTER
Rit%EELE, 400CICBIIZT7VEZTOAREERM 1 ICRT EH
Y, 148umo |l gh'THot, 340CIKBITBTVEZTDEARE
Bk, R1ICRTEBY, 29umo | g7h ' THo/, TOF(X103s-
0. 2THo71
[Le&516 ]

EHEFI 1 DC a;NJIIKRZTC a0 (BETREMES mg’) A#RW/LUAIE, =
A1 ERLUAZET2wWwt %R U/ CaOfMiE%=RAE L. EREF1 &RALE
HBTCTVEZTARRNEEELZ, 400CICEFTZT7VEZTDARE
ERE1ICRTESY, 158umo |l gh ' THhot, 340CICBITD
TPUVEZTOEREER. RTIRTEBY, 261 umo | g'h'"TH-
7o TOF(X103s M7, 5THo7,

(el 7 ]

EHEFI 1 DC a;NJIIKRZITA 1,0, (BETREIEIT0 m2g") &L LIAE
. ERFITEBUAET2WE %R U A O MEZRAE L., EREF1 &H
CEHTTVEZTERRIGEEREL, 400CIKBIFBTVEZTODE
BREIRE1ICRTEBY, 8. Bumo | gh 1 THo7, 340CICH
FR2T7VEZTOEREEIR. RTICRTESY, 10umo | g'h'TH
27z TOF(X103%sM)IF0. 1THo7z,

[7 Y E=TEREEDLLE]

RILKTTVEZTERRENLHT. BEOMERE (A 1,0, Ca
O. Ba/AC, Cs/MgO, CA) ICRuZEFFL/LAMEELLERT S &,
Ru%ZiEHRFLEZCa;N,u Ca,NiEk, kFREBENMNIWICELMDIDLT, BL
EEHYOMEEEIN S, BWTOFEEZTRTHEICBN METHD
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[0084]

[0085]

[0086]

[0087]

ZENDM o, TOREERIZ. RuAiBELECI12A7 e dVUE5H
WMEZRT &M DD o7,

—FhH. EREHISORUuEBELALY,CIZ. BNEEHLYDTVEZTE
BREEIE. Ru/C12A7 : e Il43%H. BETRERAO. 2m2/g-'T
HHIEEERTDHE, REEHLY OMPEEETIR. Ru/C12A7 e
“ICILE T SRR TH B,

[EFmEER 1 ]

RIGBREUAMTEREM 1 EEROFHICLY. PUYEZTERRBZEZITVL
. BEOREEKREMZML 2, MEEIE0. 1 9. HADRERE. N,
:15mL/min, H,: 45mL/min, 560mL/minilifEL. *
N RKRSETRBET 27 H212. 2wt %Ru,/Ca;N, 22wt %Ru
JCT2AT7 : e ML LTHVWT, R ARKMEETTY VEZTERR
ISET2EBRICOWTRT, 400 CTIRIIEDEDFETH /A, 3
4 0CUTOIERBEERFETIE., 2wt %Ru " CazNyjgd2wt%Ru/C1
2AT7 : e CHBLT2EREMEZTENBVWIEABRONE RO,
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BI3IC. RINEELUNMIERLI 1 ERROFETT VEZTERRBETT
WA 52wt %R U/ Ca;NE (a) 2wt %R u Ca,NE (b
) DBEZEILZRaman AR Y MV THRNBRETT, RINEEZ LRI E5
E. 2wt %RuU/CasN,TlE258cmlcEBRONAC a-NEFEIREICH
XKIBE—INRALL. RIGRE3IS50CICA%E, 180cm&E322c¢
MU ZADE—I HAEHEI N,

—7. 2wt %R U/ Ca ) NEFPUYEZTERFHTHIEREKRTR
mTHMEATZE, 180cm’'E322cmIilZADE—IHBERIN,
INODERMIS, 2wt %BRU/Ca;NWEFPYEZTERRBEHET. 3
50CTmMERTBE&. Ca,NEHBLABEIKELLL, SWREEEZRT
EDICRBIENELMNER S,
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REGRE3 4 0CT2 OREEMKRIGZ#E L TRIGETV., MEDORE
MEIMLU 2, M4, EfEf202wt %R u/Ca,NafifilEE LTHWT
TPVEZTERETOLBERETRT, W2 0BBEAORIGICBEWTHREL
TFPVEZTZERL. BEAERIGEEMET LW &g o7,

RudDfiCCo®Fe%Ca,N, LICIEFLAMEORIGEE3I40CTOD
TPUVEZTEREMER2ICR L, REHM1D2wt %R uU/Ca;N&Lt
BydE&, CovFeziBRLAME (EMEHI6. EMEHEIT) OMREIRELD
B, B4 DR uU-Cs/Mg OUADEEFEDR ufBiEICIEE T 25, Eh
LA EDffiEMRE%E R LT,

AN LZEY (CaNy CaN) RUTTRITALZEEY, AMNOVFIL
=4, NI LZEY (MgN,e SroN, BaN) D LEIZ2wt %R uilsL 72k
WD, RINEE340CTOT7YETAREMEERIICN LR, EMEH8
D2wt%BRuUu/Mg;N,, EfEHOD2wt%BRuUu/S r,N, EfEH10MD2
wt%Ru/Ba,NfitiEix, 2wt %R u/Ca;N, 2wt %BRu/CaN&
LbEd 5 &, BEDOMEEILL DA, hEFI4 DR uUu-Cs/Mg OMANDEEE
DR ufdiE LY &BVEEMEEEER L,

EX EOF A

WE. PYEZT7EETERAINTVSEF e, 0lBEERDA 1,0,&K,
OzSAR_EREGMEZAWSIEHRAZE (IN\—/1N— Ry aik) Tl
W2O0MPalltOEEZETHDICN L. ARBOAFEZTEHEEEZLELE
HF20MP aXBE. ISICIE. SMP akEBOLLEBMIEE TCOAKRIGD
+oAETHY . EEREDEFELE. TXRILFHEOHIEMISEFE LW
FiEEWRD, Ffo. MEORUMBEERTRAT., ELIEMWERTT Y
EZT7EHRETE D,
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[E53KIR6]

[553KIR7]
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fa R D&
KREBRESETIHRERERETIEGHNARTVEZTARAD
RIEICH VT,

RIEEM 2RI BREEAEF LBEN 2 RTIL Y M54 R
ZORIBAETHZ L EFHMET TV ETERBERESEME,
HIEB 2 RITIL U M54 RRIZZDORIBRAED. MxNyHz (&7 L.

MiZ, Mg, Ca, SrERUBanroRIBENSRIENDIE2EER
DTREXIEZEUE, x, y. zid, 1=x=11, 1=y=8, 0
Sz=4QHETHY., xFEBEHTHY. v, z FEBUIRS AR,

) TRINDIEREIYNITETOKREMTHZ &2 FHET 55
KRE1RBRBOT7 Y E-T7ERAERESEME,

BIEE2RITTIL U M54 RRXIFEFDRIBRMED, MaN, (=72 L. MIE,
Mg, Ca, SrRUBanLRZBENCREINIE2EHEEED1E
XIFZEULE) TRINZ2EBZIEMTHZ & 2HHE T H5EKIE
188&OT7 v ETENRERESEME,

BIEE2RTTIL Y M54 RXITEDRIERAED. Ca,NTRINBH

WO LBEMTHD I EE2/HETHHEREBEIEBHOTVEZTE
RSB,

BIEL 2 RILITL U b4 R ZORIERES. Y.C, Sc,C, Gd,
C,Tb,C, Dy,C, Ho,CRUE r,CHhSRZENSEIEINES
Bxit). XIFTDOKREMTHD I EE2R/HHET HEKRE 1 LHD
TVEZTERBIERERERE,

RIS EBEBOEFEFBAICHLTO. 01 ~30wt%HdI &
ERBETIEREBIBEBOT7 VEZTEARBEREEME.,

FIEt BB EEBNA R U, Co, XIFF e RBEHILREITN DAL
EH1RBTHRIE2R/HET2HBRBI1BHOT7 VE_TEHRAR
REBEME,

RIS ZEBX T 2 LS RICHIEEREB A ERE. MENES
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