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The local structure of glass-forming elements and waste elements in borosilicate glasses varies with its
chemical composition.

In this study, borosilicate glass frit and simulated waste glass samples were prepared and the chemical state
regarding boron(B), silicon(Si) and waste elements of iron(Fe), cesium(Cs) were estimated by using XAFS
measurement in soft X-ray region.

Following results were obtained by XAFS measurements of simulated waste glass surfaces after immersion
test to investigate the long chemical stability. (1) As the leaching time of glass samples in immersion test
passed, the Cs Ms, Ms-edge XANES spectra disappeared and the Fe L3, L>-edge spectra changed. (2) A new
compound was formed on the sample surface after the immersion test, and these changes in the surface state
were confirmed by Raman spectroscopy. However, it became difficult to obtain a clear B K-edge XANES
spectrum by forming a compound on glass surfaces.

The Si K-edge XANES spectra of borosilicate glass frits with different Na,O content were measured, and
following was confirmed. (1) As the Na;O concentration increases in borosilicate glass frit, the K-edge peak
of Si shifts to the low energy side. (2) The intensity of the Si K-edge peak is maximum when the Na,O content
in glass frits was about 7wt%.
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This work has been performed in Japan Atomic Energy Agency as a joint research “Study on the XAFS
measurement of including light elements in simulated waste glass samples” with Ritsumeikan University, and
was performed as a part of the project, “Improvement of vitrification process of high-level radioactive liquid
wastes” on the foundation business of the Agency for Natural Resources and Energy.

+1 Energy and Environment Materials Science Division, Materials Sciences Research Center, Sector of
Nuclear Science Research

*1 SR Center, Ritsumeikan University
*2 Inspection Development Company Ltd.
*3 E&E Techno Service Co., Ltd.



JAEA-Research 2022-008

HTRERIE e
2.1 XAFS HIBICHE U= A T R cooverererer
22 733 ;(gi(:*/l,@ﬁg;@ji{ﬁ ...............................................................
23 7173 X%ﬁﬂ@@%ﬂﬁﬁ% ...............................................................
2.4 7173 ;{%ﬁﬂq@{%mqﬁﬂari ...............................................................
25 BHEBRZEEID T AT R L e
XAFS JHITETTEE  ceevreerernrrerr i
3.1 SR B UZ—HEEMAEEE e
32 B —AT A2 BL-11 LIONXAFS JHITESTEE oo,
33 XANES ALY R ITIHE  coeeeeerereeremmm i
XAFS JITEREEL  ceevveereenemmi i
4.1 AT ARED B O K BIUH XANES AT RJL e
42 Fe @ Ls, Ly Wi TN Cs D Ms, My W0 XANES A7 kL
43 T ARED Si D K WG XANES A2 hJL ceeeeereere

iii



JAEA-Research 2022-008

Contents
1 INOAUCHON - vverrsrresrenseeenneee s e e et e e et e e et e e et et e e e e e e e e 1
2. Glass SAMPE  ++#+rsrsrsess s et e s 2
21 Glass Samples for XAFS MNEASUTEINENT rrrrrrrrrrsr sttt ittt iittttittaeeeens 2
2.2 Preparations of glass SAMples  +++++w+srsssesrsss st 6
2.3 Immersion test of simulated waste glass samples ~— sorrerrerer e 7
2.4 Leaching behavior of simulated waste glass samples ~— «reoeoeeeererrereseeeee 10
2.5 Raman spectra of glass samples after immersion test — =«oeoeoeeesrsrrrrreeee e 12
3. XAFS MeEasuring Method  «r++w++ersssessmrssssenis sttt 18
3.1 Outline of measuring equipment in SR Center ~ +++++w+ssesserssssssesssassiins 18
3.2 Beam Line No.11 and XAFS measuring method ~ ++++++eseereeesssesessssnnninnnss 19
3.3 XANES spectral analysis method ~ ++++++++serseemsssmessss st 21
4. XAFS MEASUMNE TESULE  ##++#++ e+ +sstsssmsss s sttt ettt o)
4.1 XANES spectra of B K-edge of glass samples — ++++reeseeesemssnssnseaimniiis %)
4.2 XANES spectra of Fe L3, Lr-edge and Cs Ms, Ms-edge of immersed glasses =« 25
4.3 XANES spectra of Si K-edge of glass samples ~ ++++++++sersesssssesesessniiis 34
5. CONCIUSION  +#+++rr#rrssesseesmneses ettt e ettt e et et et ettt e e e bt e e e e e b e ee e aea e e s s e 36
T P 37



2-1
2-2
2-3
2-4
2-5
2-6
2-7
2-8
29
2-10
2-11
3-1
3-2
3-3
3-4
4-1
4-2
4-3
4-4
4-5
4-6
4-7
4-8
49

7% 2-1
# 22
7<2-3
#* 24

FE 2-1
HFE22
FH3-1
HFEH3-2
HH 33

JAEA-Research 2022-008

A b
IR E AN T AEBHERLIE DR EE /S =L v 6
FRHEBEIEH T A DIEHIZEEN T T IL o overereerere e 7
{%tﬁ%ﬁ%ﬁt:%”— 5%&*4,%%{@/}\%@%% ................................................... 10
SBIN D IR IR U7 TE3E R oo 10
BB L7 5 ABBIRIT DRI T~ 2 ALY FJL e 12
Cu v U —REOIRE I OHEAL T = L AT R b v 13
SiO4 EE{ZM%SHEZOD Si—0 %T@ff*ﬂ%ﬁ{ AT e 14
Si—O ZEIRTE (Q° ML, QIE, Q) DHISMEA A= oo 14
Cu o U — RO S AT W DRIGMITRE R oeeeeeveeseeeneess 15
4 ARG L7 "B-4 SUBIOTR S TTM AT NV OWTEITHERRBTRE R oo 16
4 AR L7 B4 RUBRRENICEUER SR TAHID 7 ~ o AT hb oo 17
SR o —DE—ATF4 ‘/ﬁﬂ% ............................................................... 18
BL-11 @%/}EN{EUEgi*/I*@%?%}:% ............................................................ 19
BL-11 @{Euﬁggﬁﬁ*/l,{iﬁ{:%”— A X ﬁ‘;’%ﬁfﬁﬁy\ﬁ‘ﬁ ................................................ 20
B @ K WUV XANES ALY R IVDPETEATHIE +-vvveeeremnmeeee i 21
RHBRICHE L 72U 7 Z50EHD B O KW XANES AT R L ceeeeeieeeeeeeeees 22
B0 3R & 798 2 U — ZFAELD B D K WU XANES A7 MV BERE AL - 23
FARFRIC & 5 798-1, 2, 5 AABIOHRILLBIABo)/A DHERS --ooeoeeveerereeeeieeeens 24
B HERBR L INBI DA X R R LT[ coeeererrrrmrmmmmnni et 25
iPFY JIGEIZ £ % Fe @ Ls, Ly Wi, Cs 0 Ms, My BRI AX 7 R JL weeemeeeesseeeees 28
iPFY {,EIJHﬂEﬁ:J: % Cs D Ms. M[&”Xﬁ%x&y RJL e 31
JEELH T 2D Si D K WG XANES AR N JL cerereeeereeiieiiene e 34
NaO 22 L D Si D K WG B — 7 BREE DI, cevvrereerrrrn 35
NayO JEEEIC & 5 Si D K WU =27 DRIl cvvveeeeeseiieeene 35
KUY A b
ABFF2I M U= BHSEBERE H T RZREF U A R e 2
*ﬁﬁ%ﬁ#@ﬁ? 1 @'ﬂﬁ?{f‘ﬂﬁk (%Qﬁéﬂ‘ﬁ) ...................................................... 3
BURBEIEW A 7 A1 ("B 2 Y —2) OCFAE BRI, SHTE) e 4
Si ® K Wi XANES JIELZfE L7 J5URNT 7 2 DAL BRIEAE) --oeeeeeeeeeee 5
HEY Ak
Cu V=R B L) — XD HEABRETS DB oo 8
Cu ¥ U =R B Y — RORBHRE A 7 0 A =TGR -ooveeoeeeeeoe 9
ﬁ/ﬂ%ﬁﬁjﬁ? SR¥E % %@jj&%%j%%ﬁ/@% ................................................... 18
BL-11 %%@%Eﬁ ................................................................................. 19
ELZET 2 L NP DR HIBRES oo 19



This is a blank page.




JAEA-Research 2022-008

=

il

1. #&

JR A 13 EERTORE SRR iR (LA, B UERR) 7> DRAET 2 MR Em L. TE
BB IR R A  o U 7- TE BRI AR T 2 B3 8 %, FRSENE, SR 038 BB AT O R & T4l
HL, BT Dm LoV BRI & T T A BRI U CERHE ALy 5~ 5 3l T b
Do ZOH T ABEUCIRIL, BETEE 2 RWIFZERICH UIAD THEL 2N TE, D oBERMORK
RS T2 BRI CE D, — . R 3BT OB _EpEE ORI T 7% & LT,
PREL O EBRBEEEAL D HIV TV D, FTo, FHOIRT /L — ARG (202142 123V TEIRE
YA I VBOREHERET D72, I HEMOXIREIOMLER « 4153 D J5 R ITAR D WFFERR RSOt 23 ke <
NTW5D, ZTNH AT, P CTRAT L BRI b IEROIGHR N B ZEE L 22H b . £h
ZIOBEWHARZI IS U1 « [ L7 1 A~OFEARD 5T s,

ENZAFFERHSEIE N B AR AR EBasstss (LLT . TR 00) 13, PRt THIL AR
ath, W HIEE NE D P IRpigET & 2, RFPEEE R T XX —ITD [ 3 FE G MFEEE
WO T T2 T A E A OB e 2E ) (LUT, AURAT7EE2E) 2%t L., FEMER 17
FA< MY w7 R - FEMIMETERE D @ L) 123\ T, TREERIATIC L D 07 AR 1288
T HERRTE A D TN D, FEHEE HEEMHTIC L 50 7 A ORI T, MEEMTIc LY
AT A~ MY w7 2 RGOS RFORE, ZHHOWRFIZL DT T ARG ~D R % R
L. JEBE - BEEEMIR Sy DALSFIREE « JRFTIEE~DFMIiZ T 52 & & LT\,

T DIE, SEARERERR AR AT FEREAE SR o & — (LLF. MR LRIt
[FfF7E L LT, H T AFHRAN A 7 52(B) & DEITHE O RFTHEE ~5- 2 5 B OMI & B, BT
FEEED EIEMNTIZ X D T AOREAENMERHE) CYERL U 7-EFEse 7 7 A GUEME OB X HiaElk
XAFS HIE % Ehi L7, HT7 2A5ED XAFS JIFEIE, B O K WL, #k(Fe)? Ls, Lo Wi Ok
7 IN(Cs) D Ms, My WIS 2 TR K SR B o 2 —I28B W CENE L, 7 A FE(Si)D K WD F 8
IV NIHERAF TEASAE O e FEB s (LU, KEK-PF) 23U\ C i L7z, LRFTED&EE >
1% T ARELOVERL A JF - I BERE MY L XAFS JIIE K& O — & T & SR RSB R & 72 0 |
FFEDHED PR DI F & & % itk L7222 5 3EHE L7,

AL, 2020 AEEEITH | X650 T 2021 AEEEIC MG L= T AREIO/ERL, XAFS HIE K O —
ZFRATIC BT D R 250,
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2.1 XAFS MIEIZHE L7 T A5k}

AWFFECIL, WP N 7 AR ONEEH T A &M UTe, BB T 7 2133 2-1 ITR”T 6
RTH Y, MR RIRIEORE & BHIEIC 1~4 ARRIE L3 30 Bl CH D, b, £2-1 0
798 U —X (798-1~798-5), N10 > U —X (N10-1~N10-5), Ti ' U —R (Ti-1~Ti-5) K O\ B-rich
2 —X (B-rich-1~B-rich-5) @ 20 30N 2020 FEEI/ERL LN 2021 AR 4 5| X e X FEM 21T -
72 Cu U —2R (Cu-0~Cu4) "B U —X ("B-0~"B-4) @ 10 5kEHE 2021 4 I /ERL LT
fliL7z, 222, F£2-312, ZAOBUEFEIEM AT 7 ZABt O E <7,

F2-1 ABFGRICHE LA 7 Aakek) A b

R JE&(mm) | FBHER
1 HIEIRIE 0.6
| [PF798 &' —X] 2 HIERIE 0.6
| TNaNO;+CsNOs;+Ba(NOs), 3 HERE 0.6
+FerO3+-Mo0s+Ce0,+Nd2 05 4 HRER 0.6
iR 06
) 1 AR 0.6
[N10-798 £ —X] 2 HIARIA 0.6
+NaNO;+CsNO3;+Ba(NOs), 3 HNRIR 0.6
+Fe;05tMo03+Ce0;+Nd 05 4 F ik 0.6
HRIRE 0.6
1 AMNRIE 0.6

o NERNE=R
[N10-798 £ —XH+TiO, 2 HHEHRHE 0.6 s

| NaNO3+CsNOs+Ba(NOs)s 3 RS 06 @jﬁ%ﬁ@
+Fe,03+MoO3+CeO,+Nd, 05 4 H Fﬁ‘j{g-(f'gf 0.6
HRIRE 0.6
B-rich -1 ) 1 HFRIE 0.6
B-rich -2 [N10-798 & — X +By0s 2 HIEHRIE 0.6
Brich=3 | NaNOy+CsNOs+Ba(NOs)s 3 AT 06
+F6203+MOO3+C602+Nd203 4 EI FEﬁ{Q{E 0.6
B-rich -5 HRIRE 0.6
Cu-0 HIRIE 0.5
| [N10-798 ' — 2] +Cu(NO3), 1 HFRE 0.5
Cu-2 +NaNO;+CsNO3;+Ba(NOs), 2 HIFNRIE 0.5
~ Cu3 | TFe:05tMoOs+Ce02+Ndy0s 3 R 0.5
Cu-4 4 HMRIE 0.5
B0 RIHE 0.5

''B-1 [11B-PF798 ] 1 A )RIE 0.5 .

B2 | 2020FY iR 2 HRE 05 %ﬁ?’“’fﬁ?
B-3 (Gd—La ~ ) 3 HIWEE 0.5
'"B4 4 H i 0.5
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#20 BHREEIEW T A 1O GREMH)
e 798-1~5 N10-1~5 Ti-1~5 B-rich-1~5 Cu-0~4
SiO, 43.61 43.61 41.74 32.13 42.83
B,0s 13.30 13.30 12.73 21.32 13.06
ALO;3 4.69 4.69 4.49 9.14 461
S CaO 2.80 2.80 2.68 247 2.75
3 7Zn0O 2.80 2.80 2.68 247 2.75
= Li,O 2.80 2.80 2.68 247 2.75
£ Na,O 10.00 10.00 10.00 10.00 10.00
il TiO; — — 3.00 — —
ﬁ CuO — — — — 1.25
& Fe,0s 5.00 5.00 5.00 5.00 5.00
% Cs:0 3.00 3.00 3.00 3.00 3.00
= BaO 3.00 3.00 3.00 3.00 3.00
= MoOs 1.00 1.00 1.00 1.00 1.00
CeOs 4.00 4.00 4.00 4.00 4.00
Nd,Os 4.00 4.00 4.00 4.00 4.00
total 100.00 100.00 100.00 100.00 100.00
Si0, 51.62 51.62 49.82 39.54 50.97
B,0s 13.59 13.59 13.11 22.65 13.41
ALO; 327 327 3.16 6.63 3.23
< CaO 3.55 3.55 3.43 3.25 3.51
3 7ZnO 245 245 236 2.24 242
EEX/ Li,O 6.67 6.67 6.43 6.10 6.58
Fy Na,O 11.48 11.48 11.57 11.93 11.53
X TiO, — — 2.69 — —
W CuO — — — — 0.94
ﬁ Fe 03 223 223 225 231 2.24
N Cs,0 0.76 0.76 0.76 0.79 0.76
= BaO 1.39 1.39 1.40 1.45 1.40
& MoO; 0.49 0.49 0.50 0.51 0.50
CeO» 1.65 1.65 1.67 1.72 1.66
Nd,0;3 0.85 0.85 0.85 0.88 0.85
total 100.00 100.00 100.00 100.00 100.00
0 58.30 58.30 58.26 57.81 58.20
Si 15.51 15.51 14.76 11.03 15.35
B 8.16 8.16 777 12.63 8.08
Al 1.97 1.97 1.87 3.70 1.94
S Ca 1.07 1.07 1.02 091 1.06
g Zn 0.73 0.73 0.70 0.63 0.73
= Li 4.00 4.00 3.81 3.40 3.96
5 Na 6.89 6.89 6.86 6.65 6.95
A Ti — — 1.60 — —
QEF Cu — — — — 0.34
E% Fe 1.34 1.34 133 1.29 1.35
e Cs 0.45 0.45 0.45 0.44 0.46
R Ba 0.42 0.42 0.42 0.40 0.42
Mo 0.15 0.15 0.15 0.14 0.15
Ce 0.50 0.50 0.49 0.48 0.50
Nd 0.51 0.51 0.51 0.49 0.51
total 100.00 100.00 100.00 100.00 100.00
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#2-3 HEEFEFEM T AN ("B 2V —X) O GREM. /i)

[ TCHRHRE /IR (mol %)

R (Wt%) E VIR E (mol%) PR ENE SIHTE
BRI WAKIN (A BRI SIHTE 0 58.48 5847
Si0, 40.73 41.65 49.78 50.60 |  Si 15.04 15.33
1B,05 12.41 11.96 13.09 1254 | B 7.91 7.59
ALO; 438 4.54 3.16 325 Al 1.91 1.97
CaO 2.62 2.51 3.43 327| Ca 1.03 0.99
Zn0O 2.62 2.63 2.36 236 Zn 0.71 0.71
Li,O 2.62 2.72 6.43 6.65| Li 3.88 4.03
Na,O 10.00 10.02 11.85 1181 Na 7.16 7.15
Fe,03 0.26 0.31 0.12 0.14| Fe 0.07 0.08
Cs,0 1.49 1.49[*] 0.39 0.39[*]1| Cs 0.23 0.23[*]
BaO 1.17 1.12 0.56 053| Ba 0.17 0.16
MoOs 2.80 | 2.73 1.43 139 Mo 0.43 0.42
CeO, 1.57 1.58 0.67 067 Ce 0.20 0.20
Nd,O; 4.89 4.94 1.07 1.07] Nd 0.64 0.65
Rb,O 0.22 0.21 0.08 0.08| Rb 0.05 0.05
SrO 0.51 0.51 0.36 036 Sr 0.11 0.11
Y,05 0.33 0.33 0.11 011 Y 0.06 0.07
710, 2.76 2.74 1.65 1.62| Zr 0.50 0.49
MnO 0.67 0.69 0.69 0.71| Mn 0.21 0.22
RuO, 1.74 1.22 0.96 0.67| Ru 0.29 0.20
Rh,0s 0.36 0.36 0.10 0.10] Rh 0.06 0.06
PdO 1.05 1.05 0.63 0.63| Pd 0.19 0.19
NiO 0.02 0.03 0.02 0.02]| Ni 0.01 0.01
Ag:0 0.06 0.06 0.02 002 Ag 0.01 0.01
SnO, 0.03 0.03[*] 0.02 0.02[*] | Sn 0.01 0.01[*]
Sb,03 0.00 0.01 0.00 0.00 | Sb 0.00 0.00
TeO, 0.35 0.32 0.16 0.14| Te 0.05 0.04
LayOs 2.83 2.81 0.64 063| La 0.39 0.38
PrsO1 0.81 0.78 0.06 0.06 | Pr 0.11 0.10
Sm,05 0.54 0.50 0.11 0.11 | Sm 0.07 0.06
Ew0; 0.10 0.09 0.02 0.02| Eu 0.01 0.01
P,0s 0.04 0.04 0.02 002| P 0.01 0.01
Cr,03 0.02 0.02 0.01 001 cCr 0.00 0.00
total 100.00 100.00 100.00 100.00 | total 100.00 100.00

[*] : Cs20. SnO,, Cs. Sn O/HHHEIL, FXEMEZ FEICHH,

F7- AREFFRICHE U7 RN T 213, NaO IR L 5 Si D K Wl e — 27 O b & B+ 5 7-
W, F2-4 DILFHRRITEREY T 2 PF798 FysK & Na,COs & FHW N CIRR/ESRL L7~
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#2-4  Si ® K Wi XANES JIEHE L7 T 2 o btk GREE)
e PF798 N4-798 N7-798 N10-798 N15-798

~ Si0, 62.30 59.81 57.94 56.07 52.95
§ B,0s 19.00 18.24 17.67 17.10 16.15
g& ALOs 6.70 6.43 6.23 6.03 5.70
it CaO 4.00 3.84 3.72 3.60 3.40
ﬁ ZnO 4.00 3.84 3.72 3.60 3.40
§ LiO 4.00 3.84 3.72 3.60 3.40
*ééé‘ Na,O 0.00 4.00 7.00 10.00 15.00
total 100.00 100.00 100.00 100.00 100.00

S Si0, 63.62 61.10 59.22 57.31 54.16
?é B,03 16.74 16.08 15.58 15.09 14.25
i ALO; 4.03 3.87 3.75 3.63 343
ﬂf CaO 438 420 4.07 3.94 3.73
QE; ZnO 3.02 2.90 2.81 2.72 2.57
& LiO 8.21 7.89 7.64 7.40 6.99
f\fﬁ Na,O 0.00 3.96 6.93 9.91 14.87
& total 100.00 100.00 100.00 100.00 100.00
0 61.40 60.40 59.64 58.88 57.59

@ Si 19.04 18.36 17.84 17.33 16.46
g B 10.02 9.66 9.39 9.12 8.66
% Al 2.41 2.33 2.26 2.20 2.09
= Ca 1.31 1.26 1.23 1.19 1.13
QE Zn 0.90 0.87 0.85 0.82 0.78
fé Li 492 4.74 4.61 4.47 425
R Na 0.00 2.38 4.18 5.99 9.04
total 100.00 100.00 100.00 100.00 100.00
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3-3 BL-11 OHIEFREMIEIZ BT D X SRR Ah

BL-11 T ATREZRME T AL, SBER 2 2 2E FIEE (TEY) o aUB— R Hasflic e
IEESGEAHML, ~1 7 aF v 37 L— K (MCP) IZXVEB)T—R/LF—D@W\ETFDHZ
T oEEFINEE (PEY) . U ar FY 7 Maftigs (SDD) & HWTHEOE X #a 7 2855
HONETE (PRY) O3 FEERH 5,

W72 TN L7z 8 7 F(B)D K WD XAFS HIE T, HEREIRNERIEROH T 2 TH Y |
T ADEARBEMNELS | T —IT v T OB CTEATZANRY ML ERD T EMNDL, PFY TOT
— 2 & BITEA LT, 72ds, BUBRRRBIZ X VU PFY LS CHIE L 72 XANES A7 Muid, BRI R
R TE ik E AR LT,

F72. Fe @ Lz, Ly BIUHKL N Cs D Ms, My WD XANES A7 RLiE, 2020 AR ICERA T2
Cs DRIUZHER S 2 LAFERFR(0) D HOE X FR(Ko) DI 7> 3K 6d 515/ #otINEYE (PFY) 1012
WX VEHME L7z, Cs D Ms, My Wi XANES A2 hLiE, Fe @ Ls, L Wi /L ¥ —DkIZ
HEL L, PFY 12X % XAFS lE TR AT bABRELNRNT L 2R L TB VR, ZoFK &
LB B CRINIC L D88 % 2T D72 EHEZE L T D, % T % iPFY IEIZ LD Fe @ Las,
Lo W B O Cs D Ms, My D XANES A7 kUi, BL-11 OfER EHVEB 7 m ha
24 —BLIN2 TORERZ LR L, HD AT MUVBMER—89 25 2 & 2 L, T — 2 %
IR CRe L7z,

Z DIEDN NayO L 248 % 72 Si D K WU XANES A7 kL% KEK-PF ® ©'— A7 A BL-27A
THIE LT,
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33 XANES A7 kUM 715

B @ K Wi XANES A7 R VOFRATIX, 2020 4 L AR, X 3-4()IZRT 194 eV (FE DR
TEARD Peak A (3 BeNIAEEH KD nx B —7) & 196~202 eV {1 D 7 17— K72 Peak B (4 B/t
KD ot —7) IZ5EEL, Peak B HX 3-4QQ)ZRT By & By LIS D edge ° C ORI ERIL LT, n*
E—Z il A L o* B — 7 [fiff Bi+By OFEIG(B1+Bo)/A 725 3 FlfiEiE (BOs) & 4 Bl (BOs)
DEIG 27T L7z, [ 3-4 @ PF798-12HLW #BHZE, BiATH 7 A EIAEEH OJFET 7 A PF798 12
FEFEMIR Gy % 12wt% (BRAEADHARD) NN LT B8RS 7 7 AT v . C1-26HLW #EHZ, PF798 #i
B Si/B E/VEE 1.84 235 Si/B BV 0.61 [ZFRHL U7 JFUENT & A ~BEFEMIRR /Y % 12wt% (B LA Ha s
I LT M T 7 A CThH D, 2T, X 3-4 273 C1-26HLW 3R 8HZ PF798-12HLW 70k & 0
B &HRNEL . AT AFEHIL TH S B0s D 3 BNHEEBO) DEIG R EL 725 L TSN DM,
FESHEW) O FEIEER7N PF798-12HLW 3k K U @72 | 4 BN (BOs) ISR D Peak B AKX < 725 Z &
DA EOIFFFIPNC B D THEE STV 5,

T T T % T

Peak!i‘x — PF798-12HLW

I — PF798-12HLW 1 C1-26HLW
—— CI1-26HLW
n*E—%
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== ’:E:.::_ -
B —Li,B,O, [BO]J| |
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(1) 3 FEAIHEIE, 4 BAHEEH RO ©— 7 (& Q) 4 BNTAEE ©— 7 OB

3-4 B D K WL XANES 227 kLD T4 B

Fe D L, Ly Wi 2 TN Cs D Ms, Mg Wi XANES A7 fUE, 3 U — ROFRIZIEALLD A
A7 MV EHYEL U Cbigd 5 Z & TRl L 7=,

FE72. Si O K WD XANES AT RV, A TR ORNE A7 L% FLHEIZ -V TR L
77
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4. XAFS HIE s

41 #7 AREO B O K Wi XANES A7 kL

2020 AEFEITHIE L= H T Z30EEE BOs B3RO B @ K WU XANES A7 FL %[ 4-1 (157,
T T AR D AT RV, 194 eV 1D 3 BfitEE (BOs) HPROE—2 & & BT, 197~199 eV
IZBOs Y RD AR FL (B 4-1 HORGHE) CTHERR S8\ 4 BUAiE (BOs) HIRD B — 7 Hyglss
TE, 3EAEE (BOs) & 4BNEE (BOs) MNRIET D,

2020 FLEICH] EHE 2021 AR 1R HERBRBUE 2 x5 B O K WG XANES A2 N VRIE %
RAT=b OO, RHRERE OREIRENAEE LT, B2 XANES A7 MR GL IRy 7
JVOFEFORIER Y K LI L AFAESN/LETH Y . HHEE KRG LT\,
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4-11Zx L7z 1 HERRIED N10-1 50BR2 2 H BIRIED N10-2 30D XANES A7 fLvdD L H 1T,

1R HEERIZREIDZ < 23 194 eV 1T D 3 BefrE (BO;) RO E— 27 BWINE L 2 A3 B 0 | 3R
BHRE O B IHRHIE~AEH LSV EHEET 5,
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2T, M4A-1ITRLTZ BoOs iR E 798 U — Rl K WG XANES A7 R L& 58RI,
3-4 ORI, 3 BREE (BO3) HIRD n* b —2 % Peak A, 4 F{rt§is (BOs) HIROD n* b
— 7 % Peak By & Peak By & L C, Do edge & Peak C IZIHZA7ElE L 7= fE 54 ) 4-2(D)~@)IZFe T,
B0 ¥R 1% 3 Bz AiE (BOs) DA & 35 2 B4, X 4-2(1) DT /3 B Rl 2 a3~ & 9 12 3B (BOs)
HIRD Peak A DA & 720 | 4 Bk (BOs) HIKROD Peak By & Peak B, 1338 Hi7alvy, —H,
422)~(ANTR LT 798 U — XFEL OB R B R R, 3 BlfiAEiE (BOs) HIZKOD Peak A & 4 Bifr
& (BOs) HI3ED Peak By & Peak By 3L 5,

8 T T T T 8 T T T T
B,0, powder (PEY) ----edge 798-5 (k;2;K) --—-edge
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798-1 (16 M2i%) . [-edge 798-2 (2B MBK) . |--edge
7 i i - ___Peak A |- e e e —Peak A -
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° —Peak B: ¢ b " |—Peak B:
----Peak C ----Peak C
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WIZ, K 4-1 1R LTz HRAER TR 00 798-1~2 5kE & RIRIED 798-5 3kt B D K Wl XANES
AT MVEWIT D E, BTOENMIZETE D, RUTABY 7 ARBORHFHEL. B—0 @ 4
BNiEE (BOs) 723 3 BNZEE (BOs) L VIRH LEWZ CMI S TR0, IRIERR ORI & &

HIZREIERE O 4 BlhrfEd (BOs) HIENEESLZENTHIND, T T, K42 TR LTIEARY
LD 3 EiAEE (BOs) HIRE—2 A & 4 FdiiE (BOs) HIRE—2 (Bi+B2) DIETEHBERF)
b, E—7 EREH(BIB)/A & RO T AER A 4-3 12T,

798-2

798-1

6 I I | 0 3 I 0 4 | 0 5 I 0.6
4Eﬁ(BO4) c‘: 3EE{1“L(BO3)0) miEl (B+B,)/A
4-3 JRERFNC XD 798-1, 2, 5 FEIOmEAEH(BIB)/A OHER

X 4-3 OARHED 798-5 ik 1~2 HRENRIED 798-1 5k, 798-2 ikl & b4~ &, TAHLE B
. IRIERHH ORI > THAEEBI+BYA 23S < 720 | 4 BlfigiE (BOs) FIGIHE T L7z, Aif
nf?&ﬂ L72 XD ICREERE D B D32 R~ LS < . —75CB—O WiEIC k7% 600~700 cm™
FEIRD T ~ L BREE ARHERFRI OFE & & BTN 2 2 £ n | iR HERBR% ORE R I IR S D
izt EiE, B—O i & [FIERIZ 600~700 e SEIKIC 7 ~ BRI E BT oW E LB 2 b,
iz, B HEBR% RO B @ K WL XANES A2 ks, igHEBRICB W CERR S bE
WikAZ IR L7z & 30ud, 77 ZARE O L OB SN D EWF O B JaPi#EL B—0 @
3 BNiAEE (BOs) OFEIGNEWAREMERH D, L LR Dh, T E CTORE CHEGETE T, R
L7ALEWF O FRNZ B—0 @ 3 BlfitiE (BOs) DOEIGRmVMEAWHIER SN TS Z & b
EIND,
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42 Fe @ Ls, LWl N Cs O Ms, My BRILHHD XANES A7 kL

4.1 HiTRi L7 L 51T, RHEERE D 798-1~2 BB ARIRIE D 798-5 3k & ik L C B O Jmpt#iE
AL L, F£72 2020 FEEEI2 798 2 U — X & N10 & U —ZXDREID O O K WL XANES A7 kL
DTV 2y TR RERFR & & ISR T D L AR Lz, 2021 G | RHFEREFEIOR HK
PEIRIA 2 X RIT, Fe @ Ly, Ly WRIHiE & N Cs D Ms, My WD XANES A7 L% 3Tl L7z,
Fe |3 Ly Wi —2 23 710 eV, Lo Wi B — 27 23 722~724 eV IZHBL L, Cs 1% Ms, My I £
— 78 735eV & 748 eV ITHBLIT B, UL, 2020 EEEIZE OGN ETE (PFY) THRIZIED 798-5
B2 XAFS JIE L7255, Fe @ Ls, L Wi B — 27 ORZIZHBLT 5 Cs D Ms, My RIUGE— 7 %
B TE o720 22, HERESB LR THD Z D O OFE X #t (Ka) (25 H L,
Z DWW AR Uiy i eI &L GPFY) 12XV, Fe @ Ly, Ly Wi 2 O Cs 0 Ms, My WY
5D XANES A7 M L& L7-, 2021 45 § 2020 45 L [FIEE, 2405 XANES A% kL% iPFY
PIREIZ & 0 EHl L7,

iPFY HIZETHWD O OEE X Bt (Ko) =F/L¥F—(F, Fe DHE X (La) TR/LF—LirfEL
THBY, 2020 FEITHTR LT 798 U — X & NI10 > U —RXOEHI T B liH D= 3L X —/3 1 %
X 4-4 (T~ 7, X 4-4 OFREE (it X, O DEE X #t (Ka) B —2 % 1 ITHIF L L T Fe D0 X
#La) B—Z7%/7RL, 798 ¥ U —XKONIO U —RX0OakHE, O oHt X #iE s —Eic Lz
PO RIER ORGE & & $ 12 Fe O X BRIREE AR T 5,
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Y
L

Intensity (arb. unit)

o
IS

Energy (eV)
(2) N10 TV — )

44 RHHBREREOHOE X ek —204 (0 @ Ka B =2 Z 112HI&L) (2/2)

4-4 | TR LTz X R L F— IR Z 2512, O 00t X #f (Ka) OE=EZFIH L7
iPFY HIEIC & D 798 U —R N10 ¥ U —RX Ti ¥ U —R, Berich ¥ U —ZX K Cu 3 ) — XDz
HEEREFELD Fe @ Ly, LoWlin L U8 Cs D Ms, My WD XANES A7 kL% X 4-5(1)~(5)
\RT, 728, 1B VU —XORHEBREHEENL, THE 22 (R Lz £ 9 IR B % 0B 2 1 AT
HDBIE SN TV D7D, WU ZRHESREORGTE21T->TB Y . S%ELNTERREEERE TS
TETH D,

798 2 U — XD HERERELUELD Fe @ Ly, Ly Wi O Cs D Ms, My WRIERD A~7 kUi,
4-5(NTRT K D ITRIRTED 798-5 30k 6 2 F RIRAE L7z 798-2 5B & THRIELD A~ 2 FMVIER &8
BTz, —J7, 3~4 AR L7z 798-3 kS 798-4 3B 2~ L LIE, 708 eV (2 Fe O Ly WIS
Ty PRHBLL, 722~724 eV O Ly Wi B — 27 D4R S BARICEIEZ TE 7o, £z, 798-3 ikl
& 798-4 FRELD AT hUIE, 735eV L 748 eV ITHIEIT D Cs D Ms, My Wi b — 27 23 LT
0. RERBRIC L o T T ARBIRIED Cs DIRHR~NEH LIz ZEZ2 b b, K 2-3 1R LR
B OB E B B2 MERET 2 L2 AFIRIER S 3 ARREROERRBDEPRE <ZLL,
F 7B 2-4 1R LT3R DI R~V L7 e RIRE S 2 HNRIER D 3 HBIRIER ST TR
7o TWVWD, ZDZ &id, BREN S ORI A~OEHEHINA, K 4-5()IZR"T Fe @ Ls, L,
Wi 7" ) =y DHBLE Cs O Ms, My E— 7K F & —F L T\ 2D,

N10 ¥ U — X DR HFAERE D Fe D Ls, Ly Wi f OF Cs D Ms, My WRIERD A~7 kUi,
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4-5UTART K D ITHRIZIED N10-5 50k - 1 HIRIE L7z N10-1 30 T AR MBI ZE(L L Tk

0.1 HRENE L7z N10-1 3060 708 eV 12 Fe @ Ly Wi~V — v HBLNBIEE TX 5, —J7.735eV
& 748 eV IZHIEIT S Cs D Ms, My WIS E— 27 1%, Fe @ Ly WU~V = v U3@lg2c& 5 1 B
8 L 72 N10-1 5060 2 H AR L 72 N10-2 3UEHC S ED2 2 DAFENBIEE TE 5, N10 & U — XK
BEFOILZEAA I T ATR D 798 U — X5k L A% TH D03, sEHERUC AW RN B 5720, T
2B ORIEIRIE S S ) — XR B E R ORIl RICBE L b D LB R D, 72, K23 D
R HERER % OB E B B & VX 2-4 DR BIR R A~RH Uiz e RIBE 2 925 & N10 >~
U —ZXFEkDF578 798 U — X5k 0 iR HPE R < 1 B EiRTE L7z N10-1 308 CHIEL L 72 Fe
O LW~ U = 1%, BRBFREICIERL L7872 2 (b S O rlRetini d %,

Ti ¥ U —RADRHEBREHEID Fe @ Ls, Ly Wi TN Cs @ Ms, My BRIWGGD A7 kUi, X
4-5Q3)NTRT K D ITARIRHED Ti-5 30kF & 1 B RS L7 Ti-1 3B C A7 b AVBIRICE LS B T X |
1 HENRIE L7z Ti-1 30D 708 eV 12 Fe @ Ly Wit 7"V = U HBLL TW\W5, 7272 L, Rk N10
U —RGELE B2 0 1 HENRIE L7 Ti-1 30EHD Cs @ Ms, My Ui e — 27 B3 DK F LTk
0. X 2-3 DR HERERE OB E RV B KL OV 2-4 OB BIRIE AR L7- TR/ IRE S N10 &
U— Rt L D EVMEZ R L2 Z E D, TR HPENE T4 5 L HEET 5,

B-rich 2V — ADERHGAERE LD Fe D Ly, L Wl & 8 Cs D Ms, My IR D A7 b,
X 4-5(MT K D ITARIRIED Brich-5 3k 1 HERIE L 72 Borich-1 3EHC AR MUK E
<EMLTWA, 1 HERE L7 Brich-1 3UEFO A7 M LiE, Fe @ Ly RIG 7Y = PO HBLE
Cs @ Ms, My Wi ©°— 27 ORIGZAK T MBEEC & | [X] 2-3 DR HHERERTE OFEF &) & & OV 2-4
DB DR HRA~EN L7t R E2 1 B RERES CREICRE eflia R LR R L —83 5,
B-rich & U — X3EOLEMARIX, AR 798 2 U — XGEHE YN0 & U — X508k & el LT SiO,
B2 LT B0 LN ALO; DEZERL L CTWH28, MHRHEMED S TH D EHEET 5,

Cu ¥V — XD HEE B D Fe O Ly, Ly WU O Cs D Ms, My BIIiod A7 tuvid, K
4-5(5)ZRT K D ITRIRIED Cu-0 30 & 1 B IRIE L7z Cu-1 3B T AT VB R E S ZER L,
AR D B-rich 2 U — X508 & BRI OB 23 L 5 5, X 2-3 O HEER % OFUEFE S & & X 2-4
DB IR HEA~RH LT e RBE 2 MR 5 &, Cu v ) — ARt EERD BEIXtho v ) —X
ARELE Y bREL, TV EBTRERL 2MGA A O7 v h U HHETHERR Si OEHENE L, Cu
U — PO AT, AR N10 2 U —RFEHZ Cu 2RI L2 CTH D . Cu 234 7 A [HE
fBIRICNE SNIGE . BT ADMMRHMENE L AR T3 2 alferEn TR E 5,
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Ti-5 (KRiZiE)

Ti-1 (1 BRERE

Ti-2 (2 BfS2E

FHEREL. BAEDTE

Ti-3 (3 BRRE
ZHEREL. BAEDOFE

Ti-4 (4 BRERE

(3) Ti v U —XDFR R

B-rich-5 (K;2i&)

B-rich-1 (1 BIfSIi2iE

B-rich-2 (2 BfE;2i&)

B-rich-3 (3 BREi®i&

B-rich-4 (4 BRE;R&

(4) B-rich ¥ U — XD HEERE R

X 4-5 iPFY HIEIZ X 5 Fe ® Ls, Lo Wi, Cs D Ms, My IR A~7 v (2/3)
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Cu-0 (RiZig)

Cu-1 (1 BREIIZIR)

Cu-2 (2 BEIIZIR)

Cu-3 (3 HFEZIR)

Cu-4 (4 BREIIRE

(5) Cu vV —XDFHRERE L

%] 4-5 iPFY HI/EIZ X 5 Fe @ L, LW, Cs D Ms, My A~<27 kv (3/3)

RS L5 R IR U7 0 7 ARURIRIL, SR RELERESRSE R Lk, U7 AREHH
TKICHREE SN DIRRBIC 2 2 LRRE S 4L, AT AFRIRICNE E T2 Cs 1%, HUF/KIZIR ST BRER
THITAF Y NI —IHEEICEE D Z ENEE LV, £ 2 CRIERBREREIO Cs IR 2GR 57
B, K4-512R L7 Cs D Ms, My IR A7 MV A YRR LTe AR RV &K 4-6 12T,

798 + U — XD HEEREEFENE, K 4-6()T K 912 2 ARIRIE L7z 798-2 3kl L 3 HRRIE
L7z 798-3 AREID A7 b LT T735eV & 748 eV IZHIELT 5 Cs D Ms, My WU B — 27 A3k & < 21k
L. 4 BRERIE L7 798-4 50k 735eV & 748 eV ITHEMN /2 A3 B Cs D Ms, Ma WU B — 27 OIEHRN
BOBID,

N10 U —XORHEREBREREHEL, K 4-6Q2)IRT L 2 IRIERH OE & & HITiRxIZ, Cs D
Ms, My WIS & — 27 2ME T L, 798 U — X5kt & [RIERIC 4 HERRIE L7 798-4 50ELE 7356V & 748
eV ITHENRIR S Cs D Ms, My Bl B — 27 DIEBIDSFED b b,

Ti >V — 20O HRBREZRENT, K 4-60Q)rd L 512 2~3 HERIE L= Ti-2 3k & Ti-3 3 ko
HIEDHET LTB O T 22008, A N10 3 U — X5k & ARk, IRER M orsE & & b1k
12 Cs D Ms, My E— 2 2ME N3 5 EHESZZRT 5,

B-rich U — XK Cu oV —RAORHEREREHEHEL, W& & bIX 2-3 128 LR HaERg ok
HRPFDO RN IR E <. K 4-6() L VENTRT L IIZART VD ) A ZPKREWTZH, FHE
ZTELTWD,
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798-5
(RZE)
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(2 BFEIEER)

798-3
(3 HFIREA)

798-4
(4 BRRE)

(1) 798 ¥ U — XD B
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(1 BREE)
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(2 BREEE)

N10-3
(3 BREEE)

N10-4
(4 BRIZE)

(2) NI10 ¥ U — XD AR R

4-6 iPFY JI/EIZ XA Cs D Ms. My Wi 2 ~=227 KL (1/3)
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Ti-5
(RiRE)

Ti-1
(1 BFIRE)

XhEREL. BAEOFE T2
(2 BREIRE)

&pEREL. BUEOFE TS
(3 BfERA)

Ti-4
(4 BREIRIA)

(3) Ti v U —XDFR R
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43 777 AFED Si D K B XANES A7 kL

RO AN T AD Si FTHEEL, SiOs BHEENEETHLZENnD, TT7AMRICE S Si D
K W XANES AT R VTR Z 7 MEIT /20 ERHEZZ S D, 2020 AEFE, JE S 0.5 mm ORI
T UTFENT Z At ooalkt i (RET) 2 SimbtE L B U BRI — AR EE i LT, 42
FEAINEYE (TEY) 12XV XAFS JIEZ T o7, TR, /A A7y Si D K WG XANES
AT MVBELNTZ b OO, [A—i Bt 240 K L THIE L7 AR ML OE—7 @S2 0ZEN
BlEanr,

2021 AEFEIE, 2020 AEFEICH] Xt & 3 2-4 1R LT NayO EFE A28 2 T-JFBH T 5 R kb4, B
i (ER) %&b 672D THRmATE L BT U, IS —R o2& 20 L. Si O K Wi XANES
AN SVERIE LTz, HIE LT2H 7 Z5Ek Si D K WL XANES A7 hLint . Bk Lz
XANES 27 kLA 4-7 1577,

7 T T T T T T T

1 L 6.5
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1 || —Na-798 1 B2

1 ‘ (4wt%Na . O) 1 /A:\\
5 - ‘ N7-798 ety §'_5___ p | | .

4 | — - ] | |

] | (Twt%Na: 0) ] %‘\

4] ! N10-798 R Ve
1 | (10wt%Na:0) 1 / \
3 45 .
] | | —N15-798 ] \
. (15wWt%Na:0) [ 1
4 ___/
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I | | | I |
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|
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4-7 JEEVH T AD Si D K W XANES A7 kL

KA T AR BIZARZ MVIIE S 3 [Ef§: 03K L, 2020 FEREICBIER SN B — 7 @ S O L& fife
RBLIZE A, B—I @ENFAERRE LI AT MUVBE LI, &7 A5k 1848 eV IZHEL
Licbe—27 o@m i, K47 POFARKNRT K OIZEN R i, T T A3 O NayO JREEIZHIT 5
B b L72 1848 eV B — 7 EZ Ty M5 & X 4-8 ITRTRRDEGHALD, 2020 FFEEIC NayO
TR OWt%, Twt%., 15wt%DJFEIT T A0 1848 eV &' — 7 BRJE A bt U 72FE, Twt%NaO 0 N7-798 7
B b @V MEZ 7R U723, 2021 FEEDORIERE RS b IX 4-8 [T K 5 IC[AER A m A el L7z,

WIT, B 4T IR L& T AREEO AT bV B O K Wi XANES AX7 L & [FER7: ik
T DBERTR L, 1848 eV B~ OHLT R X —%RD -, TORER, K49 (R TLoic, A
T AFRED NaxO JRFEIZ L 5 1848 eV E'— 7 D HULTZ R /LT —ff1E, NayO JREEN & < 72 HITHEVVE T
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T A 2 MR LTz, 2019 EREEIHIE LT JRENT 7 A S REBRBEIEM T A D Si D K WLl XANES
AR VR TSR BRI NG ENDH 2L T1848eV E— 7 D f L X —MEF 45 2
LEAMERL TR, 2Oz X — (K TN NayO DT V7 U SR ORIEIC K& < B+ 5
LHEERT S,
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5. S

ARFFEIL, SEAEE RS SR B o X — R DOILFEIZE L LT, BT ARE OB R ~5 2
BHEBOMRIA 2 BEC, BRI D HOEMENTIC X 2 0 T A DSV CIERL L 7= B eI
Wi = AFREOR X RREEIE XAFS HIE % 2020 EFE 25 & X Elii L7 b D Th D,

2021 FLEEDOAMZED FEREIZ LV | 15 HNTZR A LU IS 5,

(1) 20204 (25| X ot & Wi/ el EYE GPFY) Z AV T, RHERER I U pEsm 7 = A
FIH DFeDLs, LW & NCsDMs, MyBIUHXANES A7 ML JIE L, #XHRIEIRXAFSH
TENHT T AREOMRENCEBET DA FETHDL Z L 2R LT,

(2) RHRBRCHE U AR T T AR OFe®DLs, LWl O'CsOMs, MyRIiEXANES 2~
7 MVOZEAIE, BHRBRICE T 2B E D B RREOE L R —ET 5 2 & &
gl L7z,

(3) RHERBRICHE U 7RI T AR EALEWE TR SN D T2 RO H LI L

(PFY) 2 X 2HIE CHBRARBOKWUUHXANES A2 hMUFE LN N2 Lo T,

(4) NayOFJE 225 2 1= J5RH T 2 DSIOKWIUHHXANES 227 R L AHIE L, NayOlfEn g < 72 %

(ZHEWSIORWIG B — 7 =R VX — MR T 5 2 & ZhEl Lz,

Atk HER X BB C D XAFS HIEMFIE 2 Mkt L. _EREG3)ZEE L72 B © K Wil XAFS B E S0
Rtz X5 & & i, BEEREITTHENK O THTED Ly, L Wl & T Ms, Mg WU 2 3512,
W T AR RE BRGNS T T ARG~ 2 D EBEORAZED TV FETH D,

AWFFEDFEREIZ 7= . SAEERST: BKC U Y —F 47 4 A KN KEK-PF OBUREZIZUD, T

DA 2 lZ#E 2T %, £7-. KEK-PF ® XAFS JIiEIE. & R X — R A e it i ks
TR ST AT R R SEBRARE 2021G600 & LT3k L 7=,
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