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Original image

ey ® [*ﬁf;] Viscosity n

T BEICHLTHEVICERT 29T
® [FEIE ] surface tensiony Y ATTBIKD P EICE EAR
AREPEDRSTREDRR 0 OO
(T7A NI, FR) O AmED  ® [FE] Density p

ENICEEET S MADAFIFICERERERL, BAEE
(B BADRFEF T4 ¥ —BATTIET (R¥OFEEEELEEBARR) ISk
(HAKRR) RPLEH, 2010515128 ERAYVRES

BEEXETCO,RINMEEDERRHTRILESRE(GCC)KMHAR I EBMIEESE, 2009-2014. 6



ARAZT DI

Coal Tanito

Element Valley | Harum Adaro | Malinau | Datong
59.0 440 60.9 72.5
222 12.0 20.3 17.0
1.8 8.7 4.9 9.3
10.1 22.3 5.6 2.8
TiO, 0.4 0.8 1.0 0.8 0.9
0.2
0.0 0.1/ <0.1
3.5 5.2 10.8 6.4
ZrO, <0.1 <0.1 <0.1 <0.1
BaO 0.1
Cr,0O, <0.1 <0.1
SrO < 0.1 < 0.1 < 0.1
ZrO, <0.1 <0.1
Y,0,
CuO <0.1
MnO <0.1 <0.1 Mo.lar
V05 <0.1 <0.1 ratio




Ca0-Al,0.,-SiO,(CAS) %Ik EER

Ca0 - AlLQ, - SiO,
1500°C, 1 atm G‘actSage’”

Sio, Sio,

@1600°C /U @1500°C

ASlag-iq + Mullite

50 mol%Sio,
\
40 mol%Si0, NO-. 0" ~‘ w22 40 mol%Sio,

+ Al;O4(s4) + CaAl,SigOx(s2)

N
N\
Sio .
] \\\ N
\/ \
Cao A 3 Cao 0.9 08 | 01 AI203

[AL,O,]/[Ca0]=1
@1400°C

Homoggneous e A 50 mol%SiO,
melt region iy £Q 1z Pxg = 40 mol%SiO,

cao L, A,



Ry —FEHYTIL(HTC)E® 9

S-S I
Needle Silica tube Sample @as :'\ :
® 0.7 mm (inner) outlet _ -~ | Outer diameter |
Gas inlet -=" ® 1.2 mm '
) - GaS () 025imm I
i —_—— ‘ |
X ;?- : . (sample * 1 !
|t AT mm . 0.4 mg :
Gas inlet | |
Ar gas I Inner diameter 0.5 mm |
Thermocouple | ® 0.7 mm |
a 1| Silica tube I
Glass I inner 4.5 mm I
20 mm cell | oo '

HTCtIL s FHER P K

HTC D

BBERICDE (~0.4 mg) DEMEBEFLT, Da—/LETHE

-RABEMBRZELTRICOEZESSEIGE  -SENE, 290 A6
S REBELE, TR, W17 #, BARBE SRR, 19[4], (1980) 239-245.

%% H. Takebe, Y. Takahashi, T. Okura, “Evaluation of Oxide Reaction of Copper Concentrate Mixed
with Silica Sand by Hot-Thermocouple Method”, Journal of Sustainable Metallurgy, 52[2], (2017),
521-528.
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HTC;: & FBHE DA RLE FE H B {5

Temperature (°C)

1800

1700 |

1600 |

1500

1400 }

1300 |

1200

(B80-x)Cal-xAlz0:-40 35102

O Thm

$ Iim

N Reference

0.0

0.5 1.0

1.5

2.0

[Al203])/[Ca0O] molar ratio

2.5
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CASHR T —@IAZ LR E®

Cao - A|203 - SiOz
Projection (ASlag-lig), 1 atm G‘act‘
Sio,

$ S. Takahashi, D. R. Neuville, H. Takebe,
“Thermal properties, density and structure
of percalcic and peraluminus CaO-Al,O;—

SiO, glasses”, Journal of Non-Crystalline
Solids, 411, (2015), 5-12.

o 1500°C | -
1600°C @@ ‘o

CaO 09 08 07 06 05 04 03 02 041 AIZO3

mole fraction

12



EmAADFEREES

Brookfield Digital
Viscometers
DV-E or LVDV-E\

Pt-30%Rh spindle

*Maximum temperature: 1650°C
‘Range: 0.1-200 Pa's

*Atmosphere: Air, Gas flow

Pt-30%Rh
crucible

13
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20
16 ® Coal slag melts:
R R 15 Pa.s ------------------------------------------- x-
» . [Optimized 1'|--®-Coal Valley (CV)
© I ‘. Vviscosit :
Q.; 12 0 . region])’( --@-- Tanito Harum (TH)
= \Q\ --@-Malinau (MA)
g 8 e . ||eAdaro D)
S \ \\\:\\\ [ ) v
4 ------------ “‘ -------- 5 Pa S fpremmereeee ‘{l\l\\l‘:l.l: ------- N
T,=1345 °C". v g [NTypel]
0 o I\_I ““““ ‘::..—..—.:..—..—:.—...—.:—..7. .... @~ r @ I s [Type II]
1250 1350 1450

1550 N 650
Temperature (°C) [Type 11I]

# Arman, A. Tsuruda, L. H. Arma, H. Takebe, “Viscosity Measurement and Prediction of Gasified and
Synthesized Coal Slag Melts”, Fuel, 200, (2017), 521-528.

*A.Y. llyushechkin, S. S. Hla, “Viscosity of high-iron slags from Australian coals”, Energy Fuels, 27, (2013) 3736-42.

http://dx.doi.org/10.1021/ef400593k. 14



AT HRERE

//\

IE#

Composition (mol%)

Viscosity (Pa+s) at temperature (degree C)

SR CaO | MgO | FeO Fe;O3 Al,O3| SiO;, | 1650 | 1600 | 1550 | 1540 | 1530 | 1520 | 1510 | 1500 | 1490 | 1480 | 1470 | 1460 | 1450 | 1440 | 1430 | 1400 | 1350 | 1300
CaO— 50 10 40 04 05 0.7 1.0 1.5
AlLO,—
Sio, 40 20 4 07 10 16 26 44
MgO- 3% 10 60 21 31 47 51 56 62 67 74 82 91 102 114
AlLO—
Sio,
CaO-MgO-
Al,03-SiO;
CaO—AI203—
Fe,05-Si0, 30 15 15 40 0.2 0.2 0.3 04 0.6
50 10 40 02 02 03
CaO-Fe,03— 40 10 50 0.2 03 03 0.5
SiO, 30 10 60 03 04 0.5 0.6 09 13
20 20 60 02 0.2 0.3 0.3 0.5
CcVv 14.2 3.6 2.2 1.4/ 139 615 6.2 9.7 154
Coal| TH 92 48 58 26 16.00 57.8 3.0 44 6.8 10.6
Slag*| MA 8.0 6.3 71 3.9 150 546 23 33 5.0 8.0
AD 245 16.4 8.0 10.0] 39.0 0.2 0.4 0.8 2.3 10.8
*Coal Slag DR IEXRFICKAHR AT FERETT

# Arman, A. Tsuruda, L. H. Arma, H. Takebe, “Viscosity Measurement and Prediction of Gasified and

Synthesized Coal Slag Melts”, Fuel, 200, (2017), 521-528.
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raE EHE A (12

EE)IZXD

BRAZT DB (RERASYT£35E)"

. _1.80
Q
E - 1.60
£ 1.40
[ 42
>5 120
2 S 1.00
@ S 0.80
>iﬁ 0.60
o
< o 040
o £
58 0.20

0.00

| > 7.5 Fe,0; (mol%) Af
B [Type ]
®

A® A

Coal Slag:

@ This study

® China

A Australia low-iron
A Australia high-iron
B Indonesia
B USA

B Russia

Classification of slag flow
at 1550° C:
O [TypeI](= 15 Pa-s)
(Hard type)

O [Type II] (5-15 Pa-s)
(Moderate type)

O [Type III] (< 5 Pa-s)
(Soft type)

0.00 0.20 0.40 0.60 0.80 1.00 1.20 1.40

Basicity parameter, B,
(=Z(Ca0+MgO)/Z(SiO,+Al,0,)

in molar ratio)

* Arman, “Viscosity, Density, and Surface Tension of Gasified Coal and Synthesized Slag Melts of Next-
Generation IGCC?”, Dr. thesis, Ehime University, (2016), September 26.
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1600

1500

—_
AN
-
o

—
W
-
o

Temperature (°C)

1200

1100

=R

RS EARRINREX

CaO - SiO, - Fe,0, - AL,O, - O, Ga "
P e cthage

0.88 0.951.021.091.16 1.241.31 1.311.451.53 1.60 1.67 1.74

+ Fe/SiO, (mass ratio) —

| SlagHiq + SiO,

€E—> |
Fe/ S|02 Slag-liq
=1.0~1.2

(mass ratio)

Measured liquidus line.
[ZHIE®E, EAE, FMHK ER-F#
2008 (ll&) FHa&, pp. 26-29.] .

_______,,,»*'§|ag-' + Spinel (Fe ShoTo s oomel

Slag-liq + Spinel + SiO,

111 1.31 1.51  1.71 1.91 211 2.31

Fe;0,/SiO, (mass ratio)

oK fEX|IEFactSagelZ &k 55 & (3%Ca0, 0% MgO, 3%Al,0,, Po,=108 atm)

O RN RIBIESAY (AR) (FEASDT—4 (2.4%Ca0, 1.5%Mg0, 5%Al,0,, Po,=10-72 atm)
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FMUBETORSTMAEMEDEENS

— Iy $F¥5 8k (CuFeS,, FeS, 11 &
SAEE S D EEE RS B (310, KASLOGE)

fﬁ%ﬁéﬁ”ﬁoﬁ)ﬁ v o A —F—
75-90%0, W
»% tat=Y) (Ridg)

|

CuFeS,+0,+Si0, - Nt
Cu-Fe-S(0)+FeO,—SiO,(£)+S0,(g) || *=.

matte slag +Fe;0,(s)




FSASYT BAD MR EH

BiBFRZT OB ERE (mass%)

Total Fe* SiO, AlbO; CaO MgO Others Fe/SiO;

39.7 365 40 1.7 1.0 1.7 1.1

* DML TIEFeD AR T-8, Total FeCREETAENER

® Fe/SiO, (mass ratio)

(@ ¥ —RhATS BRI A
® fﬂo)/ﬁ'ﬁ¢1x (Z77 DZ)
@ I EEE=>{EF5E (< 500 mPars) |

® kG k5 (Al,O,, Cal, MgO7il)

* M. Kawahara, S. Komori: Journa | of MMIJ, 129 (2013) 192-196. 23
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FSRAST RUARDFEERIE*D B /Y

(1) FSRRZT @A D 2 I E 755 DHEIL

(2) FSRAZTRADFEICRIZTIRE LD
(Al,O,, CaO KR UMgO) D iFIN3h R D 5

(3) MACLBETEEMET BFSRRSY D
My HERDIRE

*T. Eguchi, N. Nishioka, H. Takebe, Journal of Sustainable Metallurgy, 9[4] (2023) 1487-1498.

25



AMETOEEREUVEFTDOR

BRATT A RHMER

\

MERET—3

>

Vs

=m Bl

A7 E1E{F

Vs

XRDIZ J:é"f‘n A=
JF en & 5

llllllllllllllllllllllllllllllllllllllllllllllll

i BRI TE
5 [ = F Rl

F—A0D

10

FactSagel= kA RETE

i| SEM-EDSIZ&S
|| #HA T (B TETTER)

i)

X/EIII:E&

R DR 5 [EAE

&2k D




BRAZT HMD /N F R FH

No. FeO SiO, AlLO3; CaO MgO Fe/SiO, (mass%)
1 563 397 400 000 000 110 ] =
2 539 381 800 000 000 110 [, 6“'12(2)3"‘“3” y
3 527 373 100 000 000  1.10 .0-12 mass
__ 4 9516 364 120 0.00 _0.00 __1.10_
e 218 386 968 800 000 g0 | o 1EEH
7 540 382 384 000 400 110 F Caz%, g/lgo
8 529 374 376 000 600 1.0 e
O 540 382 38 200 200 110 | Mass%iRil
AR JBE:1300°C JLYR Pt
BELEER (60 min - SREIS:Ar+2%H,

a5 o DIKATA
27



Gas inlet
Ar + 2% H, gas

=

MmEAEEERIK

Digital
viscometer
L

Gas
outlet <_| L_'__

Gas inlet
Ar gas

A
v

-------

Gas blowing tube

/(Ar + 2% H, gas)
Pt-30%Rh

/spindle
50 Pt—B.O%Rh

crucible

27
13.5
®36 | (mm)




MERERORETOT7AILE

9.0 1320
B E BIE Sample No. 2
=80 | 41 1300
©
ET70 [ <------ N\ goooeaco { 1280 5
=) ::' ! E’
Vi R e pec00as 1260 £
~ s | 1 ©
S50 | <-mmmqmo oo geeed : | ] 1240 ©
=) €--=---- r y : I : -
840 [« oopee’ | 1 {12202
2 : | : : :
> 3.0 F I : I I 4 1200
! o AIERT
20 1 1 1 1 1 1 1180

0 60 120 180 240 300 360 420
Time (min)



I Cm EIREFE)

11.0

Sample ® 1
o 2
® 3
90 L ® 4
© T ® 5
I S 7
o 7 0 o Cee., ‘ ............... PY 8
O | e e e o9
-— Q .-.,' ................
Z 50 AB00mPass Tl O T
%‘ ®-........ ® eelliiees
S I ............. ®e. |
g 30 P, O ‘
10 I 1 I
1200 1225 1250 1275 1300

Temperature (°C)

30



SEM-EDSIZ &5 B o #1

Table Chemical compositions based on cationic elements for slag samples
after viscosity measurements by SEM-EDS analysis, mass%.

FeO SiO, Al,O3 CaO MgO
Sample
mass%
1 53.9 41.9 4.2 - —
2 51.2 40.2 8.6 — —
3 51.0 38.5 10.4 - —
4 50.2 37.4 12.4 — _
5 52.7 39.2 3.9 4.1 -
6 50.3 37.6 3.8 8.3 —
7 52.4 39.4 4.0 - 4.2
8 51.6 38.5 3.8 — 6.1
9 52.5 39.0 3.9 2.4 2.2




VINVAZTERFREUY BMAOEBRRSTRIE

255 hDFeO, M5 Bk DEBEN T
=&Y, FeORUFe,0,0E &ML

Fe, FeO/ZrO,+9mol%MgO/O in melt"" "

twI3vY
e\
TILETE + N\ E = RT In P o,
#E %t \ e Fe, FeO 4F ~ po,™"
e
\I: \ ;,wf%%wm¢@&$\rm
0 ] p"o, : BAMARDERS
Pt-30%RhiH g R: [IAEH

BURVE it S T xR
| ; Ptig

ZrO, + 9mol%MgO
* N. Kemori, H. Kurokawa, Z. Kozuka : Journal of MMIJ, 108(1992)879-884. ** S. Ozawa :REPORT OF C.|. T., 62 (2015)15-18.
B R AR B, EA R, BEB &, J. MMIJ., 137[10] (2021)110-115.



log (po, /atm)

AADERR D EDRIERR

........... Sample 2
--- Sample 3
— Average

0 30

60 90 120 150
Measurement time (min )

180
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FactSageZx AL \f=XSJ AR D F Al

® FHFEHFTHE Y I FactSage

S B L) — SEM-EDSIZ
IZETR » (FeO, SiOZ,...) » 2D ERIEM R J:éﬁ'tﬂﬁkﬁﬁﬁ
RET MRSEpe,x ML

/g ¢
m) [ 278 FER) | o

AG: B wALFERTUIvIL

* A2 AR DBEESEREE po,= 4.0x108 atm

* ThermoFact Ltd. and GTT-Technologies: FactSage. http://www.factsage.com/
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FactSage TOEtF# B I (Sample1-3)

Sample Temperature FeO Fe,O; SiO, Al>O3 Cao MgO FeISiOz_
mass ratio
mass%
1300 51.8 3.3 40.6 4.3 - - 1.05
1275 51.9 4.2 39.5 4.4 - — 1.09
1 1250 51.8 5.3 384 4.5 - - 1.15
1225 515 6.9 371 4.5 - — 1.21
1200 46.9 5.6 38.8 8.7 - — 1.04
1300 48.7 2.7 401 8.6 - — 0.99
1275 48.2 3.1 401 8.6 - — 0.99
2 1250 47.7 3.7 40.0 8.6 - — 0.99
1225 47.0 4.4 40.0 8.6 - — 0.99
1200 46.8 5.6 38.9 8.7 - — 1.04
1300 48.4 2.8 384 104 - - 1.03
1275 47.9 3.3 384 10.4 - — 1.03
3 1250 47 .4 3.8 384 104 - - 1.03
1225 46.8 4.5 384 10.4 - - 1.03
1200 45.4 4.9 39.3 10.4 - — 0.98

35



B

ERIGETHTICKDFEEHS

o | B FEE D SEBIE (Sample 1-9)

B Andrade® = 4
B B
n = Aexp(T) » Inn = 1nA + T c %B
n-H5FE (Pa-s), T: 5HRE (K) anA

1T

ASTHR 4y EHNARUB

---------------------------------------------------------------------------------------------------------

v . #RL/ 5 A—4 (C: Composition) E
i (Fe/SiO, B2 L), (mass%Al,0;), (mass%Ca0),
. (mass%MgO), (mass%Al,0,) x (Fe/SiO, EELL)

--------------------------------------------------------------------------------------------------------

n(C, T): MCERET ZEXET H_ETH

N}
At
L
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MEHELORE

% (@1250 °C)

0.7 —

—~ EHEOAEEOENNERY |

%) 06 = 5 — (nn)cal (nn)mea %100 (%) Lo

() i N (Mn)mea B /.’

O _89

AN 05 A= 12|6n| (%) ours works 8 % ’// ()

~ Nn=1 Diihers works™ 18 % L7

()N [ = . P

w04 | L

B A %-/,//

{HK“ 03 } . ©°3 (Fe/SiO, mass ratio)

& o @ This work (0.99-1.05) |

@© 02 t AT X 5 - Our

o AA 7 Xy B Kuzumakil! (1.03—1.56)| | "
o e X A Diazll(151-167) |7 WO'KS
S ;

01 Zhao?! (1.11-1.76) - Others

5 o . . % Yamadal®l (1.08-1.22) works
0 0.1 0.2 0.3 04 0.5 0.6 0.7

N (C, @1523 K) (Pa-s, # & {E@1250 °C)

[1] C. Diaz, International Copper Research Association, Inc. (1974) 24-59.

[2] B. Zhao et al., The VIII International Conference on Molten Slags (2009) 225-235.

4 8hHE 28, EZ2 EH, LH M, F KB, 18 BE, BMRST -HSAD#M, 77 rxHifit> 42— (2003) 75-78.

5] &% 2, fafl EF&, &1 £, Hi8 &, J. MMIJ, 137[10] (2021) 110-115.

[3] K. Yamada: Toku kai H12-342925
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fH 257 RhA Tt K o) 5 R G

1. XY DFFRE D EST DR
(THALRNIILTIEFAHE)

2. LN ARTT A DHE R
JEEE o EHAMET-RIGTE
BHTERPTDEE) © HHE-EF=

Ty, n: ¥, vREERD © FEOER =

3. RIGEHE
aE-iFE-[HES (BRNT)

# BEH &, KEB1EMm, “BLIKMgCr,0,, MgOR VI T R 7 - VO LB KMERR ST BiAD F 8l & &t RER,
it A #, 70[4] (2018) 161-169. [E MR X E (2019), it Ak ftitnE
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FactSage 0 5 H & it~ D1 F

& RiE ka
. zlzﬁplkﬁﬁ * AG = zzn;pﬂfp =BE§/J\
Eim-EE o 1

WY | ) | R .
" E L = i FDRLS
B ER AG*—&/I w ALERF UL

(MEARS T BiATR DFeO (Fe?*)EFe,0, (Fe ) DIFEIEIRAED F 4
(2)MgCr,0, or MgO/ SRS Fhik D F i TOH F i = It D F Al

BB LIERI—REL (BRARSTEZD
L REMERTE), MgCr,0,F1=[EMgOEHRSS
| BIRNET (R DR AMELTRRE R

SRS ik

MgCr,O : i ..{.,.v:'.:-v
oD Y COBATHREREERE

0.4Na,0, 0.1PbO, 0.1MoO,, 0.1TiO, (mol%)

*1 58.7FeO, 1.1Fe,0;, 31.2Si0,, 1.7K,0, 1.6Ca0, 1.5MgO0, 1.4Al,0;, 1.1Zn0, 1.0CuO,
%2 JRE 1250 °C, P0o,=0.21-10""% atm 39



x%fn'tﬂ@‘f‘n fa B R UM 8 1S OD AR AT
O %

\
7775@?%%@355‘2%\ D n_t%ﬁ'fﬁn_t*‘l'o) *ﬁ
MgCr,0, #3k (XRD) - P R XER[EIHTE (XRD)
MgCr,0O, #i¥ (SEM-EDS) —iEmEDEE
255 RBE BRI RSY RIRAICKDE =TT
I =75 um -SEM-EDS
XEAAS/MgCr,0, EJLEE10, 5,1 iR
Ar gasin ?l;flj_—%l?‘& &Uﬁ:;ﬁ%?vt"‘z?
L | OEGRBE#
WindowD Ty /jmr_ 1250 °C
] W l -BER S E: 1.0-9.0 X 103 atm
/ (R 120 min
\ \ Ar gas out
RMERREE K trys—

FER SR HE S HIER (FL I KE1966FET7 A £=1=/8) 40



2N FFEET EFactSage

$AR5%4 IMgCr,0,EILEL1ZERIZT B E...

SARSY (mol%)  [R¥ VM KHIOE S
26 FeO (mol%)
20 SO, 50 MgCr,0O,
2.5 Al,O,
1.5 CaO
FHEAFRSINSE
(mol%) : Liquid Slag: 10.1%

Spinel: 71.8%
Tridymite: 18.1%
SpineltBICEFNSIEEY (Mmol%)

) |V|9CI’204 59.3%
‘FeCr,0O, 23.2%
" MgFe204 5.4%
Fe 0, 2.1%

100

Tridymite:
Sio,
10 5 1
i 254 IMgCr,0,4 (EJLLL)
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KR A D #E smAHAE#r (FactSage, XRD)

100

80 -

20

FactSagelZ kAT EE
Fe,O, 100
(Hematite) :
uid S
80-
P
| 360
Fe) (Cr, Fe, Al),O, §40 S el
20 . . .
° Tridymite: SiO,
0 \
10 5 1
(Fayalite) R 5% IMgCr,0, (molar ratio)

O FE24&RIEHEIESpinel

10 5 1
#7254 IMgCr,0, (EJLLE) 42



-y

GSctSage

AAZ57 B MDFeOLFe,0,DEIE

FeO (Fe2*): 88.7% FeO (Fe*): 33.7%
— Fe,0, (Fe**): 11.3% Fe,0, (Fe**): 66.3%
2 100 - -
J — (D) BRIFRSY kA
()] :
s g } FeO
>
o
c
§ 60
ke
o
© 40
7
S 20
= F9203
% 0 /' 1 [l 1
-10 -8 -6 -4 -2 0
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MgCr,O,/ RS O FmIZR S 548
GSctSage

Phase
(mass%)

Compound
(mass%) | -6 | -2

MgCI’204
Fe’*Cr,0, | 33.1 233

Slag-liquid 17.2| 24.3 IVIgFe3+2C)4 v
(Mg c|):|Ievzl+n)jSiO4 8.8 O MgAI204 22 4.1
Pawellite Others*

*FeAI204, ZnCr204, ZnFe204, ZnAI204, Fe3O4 a4



IKMgCr, O,/ XS5 FRESEM-EDS

PO, ~10-¢ atm

BEC 15kV

SAEME(+) DR/ THE

Element Mg Cr Fe Al O Others
mass% 0.4 7.7 41.3 17.5 41.3 1.8 45




MgO/ $RASY DR A IR SN 5HHE

GSctSage
Phase log (PO:)

(mass%) -0 | -2
Monoxide* 43.2 21.2
Olivine™® 28.4 33.3
Slag liquid 6.9 10.0
Spinel 20.7) 354
(CZ?)V)V(?\/IHS%P,) 0.1 01
Cu liquid 0.8 0

*MgO, FeO etc.
** (Fe?*, Mg?*, Mn?*),SiO,
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MgOE;

Mg'O

BEC 15kV WD10mm

Slag/MgO

100 pm

Interfacé

50 pm
E—

x400 Y e —

0001 17 Apr 2017

100 pm

%ﬁ’fﬁ (+ DR %ﬁ%““%

:I:EIEI/ fﬂx77§?~

*

Al K

SEM-EDS

PO, ~106 atm

Iritehl‘ace‘

Element

Mg Fe

Si

O

Element

Fe

mass%

12.1 | 36.7

17.1

34.1

mass%

31.8

39.3

28.9
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<790 l//ﬁ‘ ( )R R) 0)1n51‘f‘ﬂi1‘ﬁ

_ . [Region 1,,1; ¥ rdls

[Reglon 2]

SEI  20kVY WD10mm  SS45 x40 500 2 m
Sn-Zn(5-5) 600 mix 05 Jul 2013

&R - MgCr,O,, MgO

SO TOREE:

® MgCr,O, #8 K%

® MgO/MgCr,O,B7EE

® ZE[i§ (MgCr, O, 48 KA1 B)
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-4
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. wh 5 : --

I Region1
S

) [MgCr,O,]

: Region2
7l [MgoMgCr,0,]
(1)




<7 498aL>2H Region1/glR5% SEM-EDS
\Yile Cr

Interface

SEL
23 Oct 2013

Interface

REMB()DERPITHER
Element Mg Cr Fe Al O Others
mass% 0.7 1.9 63.1 2.6 31.3 0.4 51




Y990l >7_Region2/#i2 5% SEM-EDS
Mg Cr

s
EEEEEEEEEEEEEEEEEENEENEENEEEEEEEEEEEEESR IIIIIIIIIIIIII;III"I II'I'I,:I‘IvIIIIIIIIIII

Interface

| SEI 20kv  WD10mm  SS40

IIIII’.I)F",IIIIIIIII"‘

=B

 e— || T

SEB()DRDTER

Eement | wg | & | Fo | A | & | 0 [ Ohes
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ﬁ&%‘f‘lﬁﬁ’éﬁ%lﬁ”tﬁ 2 ADHZE EF

MEJoocsk EBRERATE-RE R

2011 2011.3. 1M (BRAAKREXDAH)

REERSYDBEIE D= DIHBREZEYMREIEN S ADRAF

2012 2JAEA- EUNSILIEF - BIRKE 45876292854 IS TEBEEM D
HIRAEEERVTDREEE
2013 ><M|ssour| Univ. of Science & Technology, Profs. Richard Brow & Akira Saitoh
EDHEIZE: KVBRIENSADFEEEE

v (Fe Mossbauer, High-pressure liquid chromatography etc.)

2014 BLANIVERDEK) VBEIENSABE - BRRARVT7AEBEAS X, &7 VN EREL

METIERIRIILFX—TRIEKBUEASRABE LM EBHTEE
2015 BRILERBGICEDIHTTRABILFBREBEMD I+ —E) T 5
SORERMYE MK IMPACT#HHE R4 5.L = FactSage, Simusage® |
AN=X L, #ER X1 L& B BITiEI&BCs, SeHBEEIRT O+ X
BXaTHEET(JAEA, 2 BRBMIAICSDZ, HRR, TV5/4K
2022 \/EZFE% IHI) SEEEIR O+ R
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= <8

St FERIGICEDAHTTR
)T ARE

DI4—>

Bk AR AR B Al

C X TOCIHNTOHBEER S

IMPACT @705 5L
(B EEZfRE)

A AE LA
( Long Life Fission Product )

RFORIREREZET

Simulation |

v2alb—i32Y 7k SimuSage [Z
FYURBEERZITUOGEREREFTE

1tt$§$§§¢

Experimentsl

°Se: F B #2975 50004F
BZr: FWHA153 H F
107Pd : R HA65075 &
135Cs: FHHA230 5 F

DL €EET-DEEIIE

QERMIEFIED AU
Cs, Se

@ ERETOtEX """ Pd, Zr ®EUX

l LLFP ') —7%
DR FEBACHOTM == HSRELIF |

RERICEKS LLFP B EUNGEERDER | \ I

LLFP 2Bt T O RADMHEIL R UV ZDNEDREEIC DLV TRETT 5

# KRB FE, BLHmXHE(2019), BIEXF
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HSABEER, LLFPIZDULNT

5.

AL

%55 mass%
ROTAEE =L~ LIS &
SR vﬁ_

BEAHSR / c
fit kLA p °
ey Sel A

. . Pd
;)It /Z L1 o gs Sze
r
; a

= 7

FY=—RE— A

EEHSR

HASABEAEEERE

—  #J3mass%

-HSREEE— —RFOROSRERE
=S:130 cm ( Long Life Fission Product )
EfE:40 cm 79Ge 937p 107Pg 135Cs
EE£: 500 kg ’ ’ ,

L X T O IR TORBERR

-
> 2018F3ARFTIZAELE
ERBFRHEZHENEL-IES,
#4924, 800 KD AHZAE LA
FEAEN > REGFIEIEXE

> Ron=tREZFT DA F| A
— AL, WAHREDRRBEA
WWBEED

> LLFP 4Bt LLFP 271)—7%
HORABELAKREHEHET
HSABEILARDEENES1E,
A RAELARD FE LA AT EE

.

\

MR FHRBREZHERE(NUMO), ELANILRETEBREEMIC DT https://www.numo.or.jp/q_and_a/01/
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NSABELANSD LLFP D57 & - IEIHQ

Iﬁl1|$17$0)/UZ’§~1|3&ﬁ&%‘fﬁi@ﬁzﬁ’fb’&E?ELT
IR7E . BRIEDHSAEEIAD S LLFP(Cs, Se, Pd, Zr) = » Bt AT IEFEIIINT
LMVELY — #93 mass% D LLFP OBREDEF 'Cébz’rl,(ij:l SABEMEAERDE fi@?ﬁ\ﬁaﬁ%
Lk = r )
| 2
BoREYete  pEnca (1. —xmmmosssEmH
) SRt E R
#I97 masste I3 mass?t 2. HETOERDEHEERE
LD RS LLFP SR IRYIEE (500°CHLT)
FRADTNTR | 195e. 3581207550004
971 15375 & 3. HSAMBBILMERET S
107Pd : @ #6505 &
135Cs: F B HA230 5 &F
RERBOEFOZLIEICERD] /| 2EAZBENTHSXEILE
= F~E /]S %
!‘7 L>1%#§,Eﬂ|aﬁﬁ0)j(ﬂ]m7§~/ﬁ} BT \&F&U‘ LLFP% ﬁﬁ
LLFPEU—EAoORE S kLY S
N Y — (B A . LLFP(Cs, Se, Pd, Zr)[EI4R

[2] S.Ohki, T.Jin, S.Aoyagi:JNC TN9400 2001-098 (2001).

45RE2016-247347 : REB1EMR, RA—TF“HSABELAED R BESEZR Y
BIEEASREILEISDIEERBRUTED DA EEZTDHNESE”
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(1) LLFP %> 8- @”27DtZ®TEz<
— NP ) o D I S

AEME AN DIEE E&U\ 3r='§0) Bt
AL vMRIZ (BX BREZOAMEE "
B @3@@
A — -~ V j
A5 AE1E AR X | DL eEET-HEITIE
. Weight . Weight
Chemical fraction Chemical fraction it =4
formula (mass%) formula (mass%) ®*$%I$“:%$EO)@”R
Additives Waste CS, Se
SiOz 50.5 PI’6011 0.35
e L o QBEBRIGIOER *** Pd, Zr DENR
Al,O3 5.47 SrO 0.27
Zn0O 3.21 Fe,03 0.21
CaO 3.08 Sm,03 0.21 -
Li,0 306  Y,0, 017 I, i LLFP 21)—7%;
#188mass%  Te0, 013 L@ﬁmﬁﬂt%@;ﬁm U HSRERAE

Waste Rh,03 0.12
CeOz 1.94 Rh02 - ®
MoO; 136  Rb,0  0.11
ZI’OZ 1.31 P205 0.03
Gd203 1.24 SI’]OQ 0.03
Nd,0; 1.09  Eu,0; 0.3 =F LLFP 21)—7%
Cs;,0  0.71 NiO  0.02 > = <
RuO, 07  AgO  0.02 A ASRAEMEAR LGS
BaO 054  Se0,  0.02
PdO 037 Cr0; 001
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R

(2) Lizi= T HIZ AL =LA

v ZEXEDRTED ., £EEITEICENTAI LSMIEL2iE D st AV E A AT RER]

- FEAR ED 1R, 2iED b REE R TTH IR ZER

Element Atomic Density Melting Boiling
symbol weight (g/cm®) point (°C) Point (°C)

Li 6.94 053 181 1342

1¥% Na 2299 097 98 883
K 39.10  0.89 64 759

Mg 2431 1.74 650 1090

2H& Ca 4008  1.54 842 1484
Al 2698 270 660 2519

v BHSEEEHE YTk FactSage¥l #RL\i-

Li EASAMRT 2T ELGEEYER Y LLFP 432D Rt (@200°C)

Reaction formula (IAQrJ?r:\gf) Reaction formula (ﬁﬁ;‘gf’)
1/4SiO.+Li = 1/4Si+1/2Li,O -63.944 1/2Cs,0+Li = Cs+1/2Li,0 -127.819
1/6B,0O3+Li = 1/3B+1/2Li,0O -78.972 1/4ZrO,+Li = 1/4Zr+1/2Li,O -17.563
1/2Na,O+Li = Na+1/2Li,O -185.256 1/2PdO+Li = 1/2Pd+1/2Li,O -237.530
1/6Al,03+Li = 1/3AI+1/2Li,0 -23.620 1/4SeO,+Li =1/4Se+1/2Li,O -235.050

£8379mass% #3 mass%

[3] S. Uejo, K. Numa:MMIJ, Vol107, No.11, p811-815 (1991).

(<500°C) IZ
SWLWTRATHY

EEENMEVLBLOHN

ZFLW

BRIGIZENT
ArGY,,,<0
Li D&z E T H

[4] C.W. Bale, E. Bélisle, P. Chartrand, S.A. Decterov, G. Eriksson, K. Hack, 1.-H. Jung, Y.-B.Kang,J. Melancon, A.D. Pelton, C. Robelin and S.
Petersen,FactSage Thermochemical Software and Databases —Recent Developments, Calphad, 33¢(2)295-311, (2009).
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ZFEﬂ: %0) E E"] Simulation

Experiments

— B
Bl L EBRATRAWESRASABEAR CR) DET - D fEETVD. BRERRED
FEZFALTLLFP O THRLIER A THS Cs AN SEIRAIZ 5 B [ 4N
THTOCADHEILRVZDNEDEIECDWTREITHEXBHET S,

. (7=F=L. EF OB RBELITIERGIRGIEEHETITIEDETS,)

\

NRDBRED HITO-HRAR

@ AR IalL—3>Y 7k SimuSage WLV =8 Li A5 ER
— Li R BEATABLERD R ICEEZE T

@ EED Li 2 BAZRAWEEBRASABELEDZRT - 2R U Cs EH - BRI ER

(R &4 :200-500°C, 0-4 h, 50 or 100 kPa )
— Cs AUVE (IERE/HRME)ZICP-MSZHIVTEH

@ Cs ENEHE[ LG 5-HDEET

— @ OFABEREMNSRE Cs BEH - D BEIINEHDOER
@ BIT-DEEZD Li B DRASyIRTEREBED 9 - S

— XRD R SEM-EDS #AW\TH#Hr -5 %171

— LLFP BERDOBEZEODBEASRIEICA T HINFIDERE

XTODHPATOREFHED A . REBRICAWERASRAELARFIHBXSHEYAFLLOZEERLE,
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Slmusage[S] ‘:OL\—C Simulation

SimuSage... B NFET—AR—RXEEE(Z, £ZYSHRICEFRIFRELZY T+

r 1
> BHOREYD
TN B D BE D B

> RE, EAFORILEHD
X TE N A EE

> ER1I=vkGEEIZYR
ENTAAVERBELETILE
AEZREMIZEREREE

G y

Equilibrium S8 Phase
Reactor

Splitter

SimuSage ZAWV=ZHFRANEKERICEVLVTEMTHSLFHIBL-EH

v SimuSage [FIFROCHRAS—A. IhaDETEBFZFRTHRICALGNDS
SFHBEMAE TSI ERYARIAEIZHELTE SimuSage (FENTHDEEZ 1=

[5] SimuSage : http://www.rccm.co.jp/product/thermodynamics/simusage/
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BEL-RE Li /AHEER: ANEmE—»5

e
~ JAEA \itsified Waste Reduction Process Simulation - v0.5.0.18

| wast#Tnput | Ngeps A, 8, Cl Steps D and E | Steps 4 and Fs |

Simulation

Ar BEISTOARMLIER o ke) &
Lithium \| T RAEEIR B (kg) DRIE (X°C, Y Pa)

@ r StepA Gas
—> Il —)J > -
Waste StepA | StepA_Out StepA_Splitter 3
B Ke StepA_Liquids
X |
I ) Y Pa a
rgon StepA_Cond |

Va6 Ke

XTf=1-L. 2008 X THHEDRER THo1-1-6
LLFP 4fE+BR LD P EE =D ymﬁ@@ﬁm%
ML= RELGE->TILNVS

e.g.) SimuSage IZ&5 Li &H
FABMEAFD Cs DR

e T
St s>

Li o kg, SR B kg
RIGEE X°C, ZIRIEAH Y Pa

SERERE pu

%
Y& DIKRETH Al
Gas
%
Liquid
An?%

Solid

61



Li €& 1

LiEE At
#96.0g

e, RLykME
1.2 ¢
d1cm

T 10 mm

- <150 ym

R S AEEIK

ﬁ ﬁ
Ar [HES K&

3 =E=

lX/En_tgﬁj D_':OL\—C

HNIRETT 7R
CstEF - Bt il ER
200- 500°C 0-4 h

50 or 100 kPa

==
&% (SO, |
LACAZE)

SUS304& 5Dl

Ar ﬁ._l,
BSR4 E <1 ppm
KZEK 2 E <10 ppm

Experiments

T ERNoER—> 4R 8

3%fHEEkZ= ALY T
P ERWE BRI
3: ICP-MS TH#i

LS LB LB
sl (CKYhEET
& Kk OKaMD
MEZFRE)

- 54

LEESERS © DR

1.2 g DEBHSREMLAZEETT H1zHIZEA Li D mol #(E 0.065 mol THY. Li6.0g 1% 0.87 mol TH5B.
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Ll EE A ;i ;ﬁ I:I_t %ﬁj I:l = Simulation

Experiments

Li EBZRAWVTHSABMELARIZ0.71 wt.% EFNS LLFP D —7& Cs ZHEFE 77 it - UL

%8 Li ;55 ER =R Li j55tER

PC E£® SimuSage [Z&Y Ar FRIRIZHENT
78 Li A ERZ1TL BREHSRETT 2 E
ARG R % TR {
LLFP 72BN R DIREED & f
78 Li AR ERMF D Li AaER
HFRDERD LR

GrFOREEDTID BRMBOD

TTERD I
GREOBRENTS

BFILRDILEREET A

TELT- _ .
BEM T

ﬁ: E

SUS304&5DIZ
63

Li ERAD
ASYIIRIRED
STEE[EUR &S T




y/ N\, = A R 3
@ﬂi:u a8 u_t%%!f‘i% —Li ﬁ %tj] AR 1t12|:0)}§m§§)]'
Simulation
Unit kg wt.% kg wt.% kg wt.% kg wt.%
Temperature 200°C 300°C 400°C 500°C
Pressure 100 kPa
AZRAEE AN DIEREY
Cs 0.0040 0.5551 0.1004 13.8272  0.7263 99.9996 0.7263 99.9996
Li ERPIHEBLI-EKS
Si 0.5849 2.6236 6.2362 27.9751  22.2920 99.9997  22.2920 99.9997
Na 7.5892 oLsisiel] 7.5892 99.9989  7.5891 99.9972 7.5882 99.9860
Al 2.4746 91.3202 2.4750 91.3346 2.5602 94.4802 2.6026 96.0430
Pd 1.58.E-09 5.04.E-07 1.52.E-05 0.0049 0.0109 3.4827 0.3130 cleLgleles
Li P DIZAERS
Si 21.7072 97.3764  16.0558 72.0249  0.0001 0.0003 0.0001 0.0003
B 4.5126 100.0000 4.5125 99.9986 4.5115 99.9763 4.5029 99.7850
Al 0.2352 8.6798 0.2348 8.6654  0.1496 5.5198 0.1072 3.9570
Se 0.0142 100.0000 0.0142 100.0000 0.0142 100.0000 0.0142 100.0000
Pd 0.3130 100.0000 0.3129 99.9951 0.3021 96.5173 1.42.E-06 0.0005
Zr - - 1.1031 100.0000 1.1031 100.0000 1.1031 100.0000
v Si2400°C... RIAEDICHFE v Cs 2400°C.. &%

v' B2 200°C...BEAFRIZHFEE (5FE)
v Na = 200°C..
v Al = 200°C..

BRI FE
JRIARICFTE

v Se 2 200°C...EAHIZFE F%RE)
v Pd 200-400°C [E{A. = 500°C &ARP(ZFE
v Zr 2 200°C...BEl{AP(ZFFE GRE)
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D% Li AEEER -Li EFBEATRBELAD RIGFE -

Simulation
Unit kg wt. % kg wt.% kg wt. % kg wt. %
Temperature 200°C 300°C 400°C 500°C
Pressure 100 kPa
AZRAEE AN DIEREY
Cs 0.0040 0.5551 0.1004 13.8272  0.7263 99.9996 0.7263 99.9996
Li £ EHICBELI-BD
Si 0.5849 2.6236 6.2362 27.9751 22.2920 99.9997  22.2920 99.9997
Na 7.5892 99.9991 7.5892 99.9989  7.5891 99.9972 7.5882 99.9860
Al 2.4746 91.3202 2.4750 91.3346 2.5602 94.4802 2.6026 96.0430

Pd 1.58.E-09 5.04.E-07 1.52.E-05 0.0049  0.0109 3.4827 0.3130  99.9995
Li EEPORERS

Si 217072 97.3764 16.0558  72.0249  0.0001 0.0003 0.0001 0.0003
B 4.5126 100.0000 45125 99.9986  4.5115  99.9763 45029  99.7850
Al 0.2352 8.6798 0.2348 8.6654  0.1496 5.5198 0.1072 3.9570
Se 0.0142 100.0000 0.0142 100.0000 0.0142 100.0000 0.0142 100.0000
Pd 0.3130 100.0000 0.3129  99.9951 0.3021 96.5173 1.42.E-06 0.0005
Zr - - 1.1031 100.0000 1.1031 100.0000 1.1031 100.0000

RETIEEMOTRIFER
AlRu, Li,O
NiB, MoB, CaBg, NdB,, SrBy, CeBg
Li,Se, PdZn,, ZrB,

Cs LI @ LLFP (%
RBERICHERE
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Q=EIFD Li BHERDIER (3¢)

Table £ &HFIZHITH Li FalERHER

Experiments

N
Recovering conditions Cs e.g.)Li:6.0g, TR :12¢9
temperature time pressure recovery rate (500°C, 2 h, 100 kPa) M Cs EIUNFEETH
(°C) (h)  (kPa) (mass%) %= o
200 2 100 02 |©8 @Hfﬁ;&r@n:ﬂsgkgs £(9) x 100
250 2 100 14 | = gt =219 .
400 2 100 16.0 BN SABEAH Cs EHE(9)
288 j 128 ;g; _ 53491x103(g) x100
: - -3
450 2 100 53.7 6.6678 10~ (g)
500 2 100 80.1 = 80.1 (mass%) )
100.0
90.0 F 50kPa 100 KkPa v CS @*E%[ics ;ﬁﬁ&tiﬁ1ﬂbf:
00 | o o AR (ARSI S D & U
700 |

60.0 |
50.0 |
400 |
300 F
200 |

v RNZEE (100 —» 50 kPa) £9452&ET
EEESEw NIl

s recovery rate (mass%)

v’ Cs DIEF (I HtEh: FIYREE | FEEh : FFfE
EL=HICEWTHES XY 3 h THZIC
RO BEEH AT EE

C
—_—
o o
o O

0 50 100 150 200 250
Time (min)

KEREOEHZITIICH=>T, BEASAELEPDCsHRED A EITL. TDEZDBELTRIREOEHEZ{T 1=,
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@Cs ERDEEZHDER
Experiments

INFETOHBREREIY., Cs DERESE-BUIICKT2&ERXHEAIENDRRAIYEE
EEEETOEAI[LINEE

(D50 DR—=DIRAF 2 D) Table Cs 03 & 5+ B & U SCHR{ED
dIn p/dT AHvap/ RT?2 Cs vapor pressure  Cs vapor pressure
T(°C) (FactS | Li
fin dlInp = AH, /R[] dT/T2 =AH, R(1T-1/T%) [ 7 TG Hergles
lnp 145 2 1
Jinpe Al P=In (PID) o B EATOLEDESE (Pa) 196 13 10
AH,,,: EEDIUH)LE— (kJmol) 200 16 i
—nNn*a-X T: #xRE (K)
2T p=pe | P REAT OLEORSE ggg 18‘212 10
L = - *
DFEY x=AH,,/R(1/T-1/T) 200 2816 :
(AH, ., |FFactSagelZ LB N FEEITL>THE) gg; 12223 10000
AH,,,=67657.3 (J/mol), T'=949.39 (K) 667 92993 100000
676 101325 -
SHERERE4 500°C, SRERRSRE 3 h Recovering conditions Cs
ZNEH 13847 Pa LI FETBRIET » temperature time pressure recovery rate
o S e (°C) (h)  (kPa) (mass%)
(o)

[7] S. Uejo, K. Numa:MMIJ, Vol107, No.11, p811-815 (1991).
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it RIGIZ&KST S RABEER B EE T D
7'{_)5\ ) T'f*ﬁ n-.l- "f‘n i Simulation

Experiments

> Li ERBICKYIREEASRE AR D LLFP [LiETT - 77 A BT AR

> JOvRAZTaL—3Y—)L SimuSage ULV =8 Li A OHEE,
LLFP BEPHTIRAED D RICEFCER S, FREE), LB DR F A
G

> Cs EERVEZETDILEYD T RFERIIERDHERGRER T

> Cs LISt @ LLFP [2FULVT Se 1 Li,Se, Pd & PdZn, Zr [£ ZrB, ELTHEETIC
FENFE

> EROLARER DR, Cs BIYEILRD EH (500°C, 3 h, 10 kPa) IZHLVT
100% O [E]UN AV A BE

> RDFEH(500°C, 2 h, 100 kPa) IZEIFEEBEZTENIRILT B1=HIZIE
Li élﬁ/@’\,ﬁ.‘ﬂbtlﬂﬂﬁﬂﬁ‘z PRI ST ETHASIRIEA AEE
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BEHYIZMhZT
1. FactSageld=EERGZL THORNEMNERTE
IREED TR IBH THI

2. B REMTORAEEDER
(FactSage ¥ RIDREE, ERETAERE
LTOREEMSRE, SEREDYEERF)
3. M EEREIZL>TFactSageh b l&

¥ Bl TE74 L ysomething newDF R
4. SRERBREDFHENFIEE FERIE) RS,
FactSageMEELY—ILELE LD TIXGELNA?
(oAREFIIRMEMNGEREBREDIRGFE R
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  𝜂 = A exp (  B T )


  ln 𝜂 = ln A +  B T


  ∆   =    1 N   ∑  n = 1 N   |  𝛿 n |     ( % )


   δ n =        (  η n ) cal −    (  η n ) mea     (  η n ) mea × 100     ( % )
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    ∫   ln ⁡  p ∗   ln ⁡ p  d   lnp ＝   Δ


    ∫  T ∗ T  dT / T


    ∫   ln ⁡  p ∗   ln ⁡ p  d   ln   p

