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Ceramic Solidification Tests of High Level Wastes
with Natural Zeolite (I)
(Effects of Treatment Procedures and Additives)

Tsunetaka BANBA, Shingo TASHIRO, Muneaki SENOO and
Kunio ARAKI

(Received October 22, 1980)

As a alternative candidate for vitrification methods of
high-level wastes, a ceramic solidification system with natural
zeolite was experimentally tested on the treatment procedure
and the influence of additives using a hot-press apparatus.

It was found that a treatment procedure at 950°C and 150
kg/cm2 produced a ceramic product containing 30 wt% waste of
favorable properties ; density of 2.80 g/cm3, thermal conducti-
vity of 1.22 kcal/mh°C and Cs leaching rate of 0.059 wt%/h.

It was also found that the 5% addition of A1203 had
effectiveness to modify the product properties resulting the
ceramic product of 2.87 g/cm3 (density), 1.43 kcal/mh°C (

thermal conductivity) and 0.027 wt%/h (Cs leaching rate) as the

best one.

Keywords; High-Level Waste, Natural Zeolite, Ceramic
Solidification, Hot-Press, Additives, Leachability, Thermal

Conductivity, Porosity.




2.1
2.2
2.3

3. %
3.1
3.2
3.3

JAERI-M 9193

H 2/
OO P OO PO P T S CRERIEIIIII I 1
BRFTHE  veveesersenneneenen st 1
it S 1« I RSSCIEIE 1
[BETTHE  «eoveereersessemsmnes oot ettt bt 2
MIPEBUTETR  covverrenrrrrrnsrrrme e 2
BREEER L BEBE  eooveeesnesnie et 3
s, MEZEOEREICKITTRHEE oo 3
Si0; 8 L TALOs DFRIMNT L BYEBEDZE L -orerrerrerrrrereneenn, 3
75 REULE E DYIHEIEHLEE  «oeoeeeeemesseniesis it 5
=SOSR eretseessseseesaaieseieteetssasareserersentsssesentatitestsarararraterrstes 6
2 L RTSARTIIE 6
SESTHR  eeeeeeeeneeeetee L e 7




1. Introduction ........

2. Experimental methods

JAERI-M 9193

Contents

® 0 0 0 0 00 800008 E 000000 s e e e BLe0

2.1 Preparation Of SamMPleS8 .....ceeeeceenccenssannnns

2.2 Solidification technique ......ccveceececncnnnnsn

2.3 Methods Of MEASUTYEMENtS 4 vvveeeceeecsoacnoccsssess

3. Results and discussion

® % 9 09 0 69 00 000 e P e B OSSOSO EOSIITTDITE

3.1 Influence of treatment condition on density .....

3.2 Effects of SiO2 and Al,O? additives ....ccececeen

3.3 Structure of ceramic

ProducCt ...eeeeeecenccnceoas

3.4 Comparison with properties of glass product .....

4. Conclusion ...ceeeeee

Acknowledgement .....

References cesesenen

® & 00 0600060 0545000 000 e 880 00 o0

® 5 5 3 5 05 608 00 0P OGS e e e e

® & &5 20 0600 0000 0° 00 e 0 e 0

R T




JAERI -M 9193

1. ##

il

B NVESEMOBMLHEE LTI, # 7 RBEULESERIICS > & SEFEOEALZBRRICH
526@@&&@,ﬁaxﬂ&ﬁé&@ﬁﬂﬁ%u&w%ﬁ@ﬁﬁﬁ%Mi,%mmtwmm,
BRL, 7 2{tTB6DTHbB, LrL, COBRMBEICEOTIEERNNICS, CsERLILT
04 ZDELED D b0 OB 2, £, BltEoRPNEZLEL LTSGR, #
5 Z 13— REIIC BRI AR E TR ICERIL T A EEHEN DD, TOKR, HEDHILD
BEhhid b, S5ic, MindR% BELkotkish oEEMEERE 0% LT iCLEdIS
QHPC&HEﬁﬁﬁz@k&®kﬁ&Lf%ﬁBnéoCnifwé,ﬁ—ﬁ%%%ﬁU@m_
HBEELT, glass-ceramic?’?) supercalciné), metallic matrixs), synrocs)’-[)%@@{bﬁﬂ, Bt
ZUASUHEEROBERENSSETEBIN TS, UL, 1000CLLEOERICT 5 &0 S8
Bdbd. —F, kv b TLRICKHERBEEETEHRE LT, BULRBELT, #7528
30 A Uy 2 A A RERE BT AR 5 ARK, o) WK ERE D A BA 5 A
AL A RBRENERS ST B,

FEIC BT, BULVEEYORE7 o2 R ICKRREL T4 P ERINT ST EICEL->TCs
DEFIHILTE B & AHE LA RlETil, CORRERBSE, €451 FOBEET
DIV 100 CU T THEEMAERILT 2 HELLT, kv b 7L RICE BT 3y 7ELERS
1:OTERET 5,

HERIE, RO 2BETHEDE, THOEE 1 BREEE L THEESEMICRREE 714 P BADS
AMA, Ry b 7R LAERLEEAOEE$EEL LT, BE, EHEOHy 7 LRE
BARE Ul, B2BEE LT, RELLEEDS & TEILEDEORRBEZHNE LT, Si02 %
ti3, ALOs AHRMUEMtEAER L, KEOYHELZREL, 77 x@kﬁi@%ﬁ{t&&ﬂ:?ﬁﬁ
RO

2. £ B K %

2.1 EEEE

2.1.1  [BEMLEH

ERICHER U BEULERNE, dtisd, BRAMEORREA 74 b, T i+ (a-AkOs) B
Uil > ) 41 (Si02) Thbo RAREAIFA LR, 7V / 7Fu 74 baEETHELTA b
BLUEvE)OFA b, AREELIVBREINTED, ZO¥RASHK%EZTablel iTRT &
REE TS O UK 600 T, 1 BRI TMBLE L b0 RESIdFig. 1 IKRT . ) &AL
Fro T Y FIEBE RS, BEEBILT VI =9 4 (ALOy) 2L, ¥ A /NFRILFRGM
R, —@IEK AR, B AEER L. 2hEThORMOMERRICE T ZRES % Fig. 1
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13)
IR LTzo ZOREATORAIERR, PPuULX ARV XBERETIT- 0

2.1.2 MRS L ~NVERY)

KERICER L 7S L~V BREYI, MIER 28,000 MWD, MT D#2 7K 47 (s F B Rk 0 F 40
TR TR 58 L~ VRSHEREO R EE b 21 LT, TRORS LM L TEN L
FEREREYTH S, 7 DMEEEEMMRKE Table 2 ICRT, A LAREOL¥FF bTable &
RS, COMBRRERMABERFICLD, 650C. 2HBRITREEL, 5V LBETH:L,200mesh
LTowkicls®%, o 7V 2BELARE & L,

BELER EREEEYORSICE R —v I LA ER L1,

2.2 BMEHE

2.2.1 Fv b TLRES
Fig. 2 IKZDRBRIFER L1k o b 7L 2EEOBBEZRT ., FREEONARIL, HRSEHE
1250 CO A v 4 VRBAE IO BENT, FP9E 95 mm X 780 mm D 7ov $ FEUFEE A3
Ao T05, MEBEMECXOBRE2MEN 10tonDEEN.F T 5, S OIKARERBHF
ey, FREMMES, SELRLEBEMA TS, FLEARSECRETEIHEELX DD
THZD, BLXORNEHN X BHKPTOME BERROTRETD 5,

AT, 1977 ERART OB, &L VBRI TR EIC 0 L 7o L~ B
SEMEULAREE (Fig. RO 150 TRE LTHAT ATV 78, &y b 7L X EEO
7H IR DELRBREB DA 7 H AR EFER L TiTbN 5,

2.2.2 v b7 RICK BEMLALI A

B U~ OV BRI (A & B R DR & 8E, % 100g 2P 50mm?, H & 200mm © R
SRIARIMNICEIE L, ERFRNODREICE » M 45, PHRIMEDEK, 200C/ hOFBEE TH
ERETTLEST, | BREMERFL, 20K, AERE/ITI07BMELRE LT, Z2RE THET 2
FIETRHRIAERL 12,

BRAAOBEHE, FEEICET 2B ICKE L/ PRABIHC L3 MR 2£8IC LT,
SRR LI B SR B PICEN D 1 e BT & » THRITE L 720 800 T 4> 5 1100 COEMRICE W
T, SRHRERESSFRE TN, 50 CEVHEAR LI ARES TRMEE L LTERLLS
DI, TORMEETH 5,

2.3 PHAEE

RELIE T 3y 7EMLIKICOOTRIE L -OHBERUUITOLDTH S, $HbL, BE, K
LR BHRBRELIUORNRTH B,

BEORERKICLE T VF A FRETIT>710

SILROME BKREARIC L 2K RAERE LN TIT - 720
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BZBROREIIE, BREICK ZRERE, BEERHEEH L. MIERHOTER, B
£ 50mm, & 10mmé& Lf:ow)

BIHRORE R, BMAREREEZHOC T > 12e CORERA 7 AEULEDORINARD /2D D,
JIS-R-3502iCHEHL L 7= b D TH B, AEBRTHZ DT T €7 1 v 7EILEKICER L. £D
BEEL, ARELEEBPL, 250~ 420 # (60~ 35 mesh) DYEEFI 53 F, TFvTva—v
TR, GIB% WlghtdD, 775 2aRO50mlDEBKICAN, BRKBDIC | BREGRET
560T, COMICEH LICsOBERTFREMI TERL 1o 2RI, BELEDIKERTTS
CsDERBICHT 3R LI-CsDEBOFHERE LTERL,

Bt O i U RAE S, SLFMMsE, EPMA, XEEWWEETHY, JFHR
W, RUEPMAMORKHI, REEFELL 0%, XBREMICIBRARPEHEA L,

3. EBRERLEE

31 MR, MERHOBECRIZTEE

f%€134b%EmEHtLfﬁﬁ%ﬁ%ﬁ%%%@mLtﬁﬂ®%EMiﬁ%%Fg4,
Fig. 5 IC/RT o Fig.4 (3, MIHEE LEEOMBKERT DT, 800THH 900 COREIKTH
BoBFmLrsEgicttEs, 900 CLUEOMBRETIE, BEAEENDIBVWIEERL TS,
Fig. 513, MEEH EEEOBFHEAEZRDLLLODTH 5, TORBRTHRET L /- E/EH, 150kg”
mﬂmgzmm/mﬁmiMEEﬁ@%mﬁﬁﬂmﬁﬁmﬁ&AE%%Lawc¢ﬁbm5°
CBEOsRNS, UTOERTREILSEMAE LT, 950T, 150kg /cn’, 15 R HROEM
EZOALR

3.2 Si0:HEELUALO; DFMICKDYHEHENOZE(L

3.2.1 SiO: 1N

RS LA VERYIORAAE 30w ICEE L, RAREA T4 MCEZHZ 5 TS0 ik
MU7cs SiO: DEELAEOWME NS 525w % ETEAAIETHy FT VR LILET 3w 7L
KoEE, SR, BZERELU vy LBHROE(LAFig. 6 ITRT . _
FEEOMERR T, BEEEYE KRELL A DAEFy b T UVRLTERLAARO®
BE280g/cm®* b - & bEL, S0 % 175wt HEMT 5&, 249g/ecm® T TETF 45, &5K
SiO; DIFEMBE A LTV &, Zhich - THRA ICEINT 2R AR LTV 3,
S[ILBIZOWTIE, 175wt SIO RN TRBICHEML, TD%, 525wtHSiO: ImME T
1226 Vol BERETIRIE—EDHETH %o

BEERL, 175wtH SiO M E TIRIT—ET, SiOHMEEH LT &, Si0:525wt%
HRMEEOME,. 194kecal/mh C £ TIRIFHEBNICKE 185,

Cs TEDBRIMBOERTIZ, SO RMEBE SOWtHBEE £ TELEETH, 005wt% . /hrili

_3_
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ROMBETIZE A EELDITI,
ULOFEOMHEDOREERERET EL, RREA 74 b 2ELERE LB T, SR
DNSCEETBELR L L5bh B, Lhid, KREA T4 F OREIVNE  (Fig. 1B1R)
BHBEMERTHMT 5 Lick b, Chic, HIBEDO/NE L (091g/cm?) Si0; £/ NRIRINY
BL, IAROREVEKHBTE S, CORDIC, BEHSEBICET LA-bDEEETEZ,
5ICSi0; DIRIMBHHEMT 5 &, Fig. 7O X HEWTEERITRT L 5 I1c K TSI0, 45 a-quart z
&L, %®ﬁE§#@bKﬁMLT<5OC®Lb AMOFEEIFU LROMEAEERL,
fvWmmmﬁﬁzﬁg@nwﬂmﬁ(iﬁﬁézﬁwanﬁﬁﬁﬁwéﬁﬁﬁétw Zh&
DPPFVE) ETHENLTOW b0 LBbNE, ZOBE, BMNLSIO: RO &i3E A
ERIBELTORWEEL 5n50T, —ERULOSIO BMBOEKICL > TKALBIA LT
mm&buwo—ﬁ,%mmmx,nam%uxmxuaﬂﬁﬁ%m%%@ﬁm%ﬁmﬁmﬁ_
S OGN (a-quartz) EROBMICERT 3 6O E#EEIN D, 2D L Sic, F LSOk
BRBERMBRRS B LOBMUER TH 3 RREA T4 F IR EALRIERT, RN E LTOR)
RERMELTOROVEE LS, ChUd, BAEBEICL 3 Cs DEBIHEOEEN, SiO RNKic
REAEEEINTOROI LD S LHLMTH B,

3.2.2  ALO; N

SiO: RO & & [EIkIC, S L ~VREMIOR A E 0wt BICEEL, KREA 71 +
ICE XA BT ALOs 2RI L72o ALO: DIEMEE 0wt B H 5 100wt % FTELEH, F v
PFLVR LT 3y 7 BELEOERE, WM$ BZERE LU v v 2BIHEROE/L% Fig. 8
ITRT,

I ORERERTI, ALOs50wt % i L7306 287g, /o’ £ BAMEE 3518 5 b 72 H8
Tt~ 72 ZALZR L, AlOs 10wt% OIRIMNT 2.75g /cm® £ TIE T4 2,
?@%KOHTM,Mﬂh@%%%@%mwé§ﬁof,bfm&ﬁ%%mwﬁﬁéﬁb,ﬁ
MEDS - & bE WV ALO; 10wt% ORET 16vol B E 15 - 72,

RZBRICBL T2, ALOs DIRMBOMMICH > T, 1JIZELEICHEML, ALOs 10Wt%
M ORAKT 149keal /mhC 15 %, '
Cs ERDORIMBDORERRTIX, Al Os% 50wt BRI L 706 CHB/IME, 0027wt% hr %
~L7T, _
it,Mggwiﬁxﬁ@ﬁ%%fm,f%ffi4fﬁ;5tasy9@mWwM4h%m
MBI L&D, SiO: DFEMDBEITIEAH SN - iR EEBEERD & LORK
A 74 PR O—HMEDRIENR SN, T18bL, ALOs2HMT 2 itk - T, kalsilite
(KAISiOs ), nepheline (NaAISiO) IS ED TV 3 /7 & ) o 4 b DERRAE {15 » T B, HiT,
Al O3 BRINEE 5.0~ 70wt % DM CHBERDPTEETH 5 &id, BECHIIBAE, BHR
CEHLBMEZ S A BIRMBOHAT E L LTS, CHODEMBORIEEREBES
&, BEMLRANICT v 7 v ) o4 b OEROSTERS K, ZhICk ) BILEOBBT(LSIE S h
RZEROWINEES, FICREROBETE2E LI bDLMEETE S, kalsilite DHERIC
BOE, TOBRITHTHL7 Y v LOEILANTORELERLH 25% (K0 ORI T) Th
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B0, FERERICES 95 A0 bEIBTLWHIT T, RMLIALOs 252 37575  kalsi-
lite DERIKFE T 5 EFTHUT 25D ALOsIRMT LV L L, CHIRBEAEKIETSH->T
EBRIITBRBEICMA 5T LILL > TEHEDTRIEDBREE NS, Lo d, MoERICES5 T340
bbb, REUGEMEBRELT, SwtHBIKE - bDEWETE S,

3.3 B3I yvELEOME

Photo. 1 ItRARE A 71 bEBEMLIRK & LIcEAR O EPMAIC X5 RSB T8 & Mo O 77 Hrks
RE2RT . HEERYO EEWTTH S Mo O HIRE, S, BEVHSELEATH TRICHH
LT3 &tshn3, Photo. 2 DRGBAMBEE HH S, C OBEEWH T3 PRICEET B8
ST, ZORAVA2>0MEBPMDEVTVBR L EMbh 3, RAEEBEICLIBEOER, ¥R
LI CIERE Y & LBHESROZ WEWEABEET 5 C ESHR I N/, T A, Ph-
oto. 2 TEEEVN TEZH D% QWIAIERDODIEVA 7 RBICHE L, T OB
D VHTH L EHETX S,

[E—DEEIC S 5IT AlOs % 5w, /0% H N L BERSENL L TH S h/c @Btk i, Photo. 20 FD
HAMRT LI, ELEOKRER % LD 2HEROEENTILODE OBELRICED > T
o I TEE LTV I/ YT A FOERIR, COBRBOBVHETELYD, ZOHOREH
AWMMEETOL2bDEHEESIN S,

CDEHICRAREA T4 bEBELREE L€ 5 3 » 7@1LEIR, 2hBESBEAELEE L
TOBEERR2LHEIN S,

3.4 HSRBELGEOYHELER

Table.3 iT, KAEBRTEONLKREA T4 bickBE5 3 » 7EIA%, KREA A M I
£ 575 AFHLKE e LT Lo

MURBRE T, &7 ZREUEA 1200CE W BBALEL T 2R b MLDHST, ty P TR
BBl i g, 950 CTHAE VST LY, Thid, FBETOREYRS DERICE 54
7H 2B ORE X E2EZ UL, EBICERTH S, &oic, 7o 2MEOEAS S, 1000C
DUTOMBRERIAKENEAY y b THAHS,

B LA 0 5 R TIE, BETH L1, BEBRTH2E, €5 3 7EIAS KX
{E->THY, Thoid, BRYOESHEERLE GMEL T, BEVORBOBA»SAT, €5 3
vy VEULEDOBNE 2BAT 26D TH B, £ v LBIHRICONTS, #5 2E{LED 0068
wt& hiclex, %0 002Twt%, /h &V S EMESH, BHILEDRERD thdbtT 3 v 2
Btz BEN TV 5,

Ptoksic, BitEBE, HARLAE LTOBEER>EA I/ b4 b)Y w2 RETS
73y 7BMLEE, MBI BT 5ERERN, YitE, BILEROLREME, T XTIKBVTH I 2 [EH
bELD BN T B EBbD 1, TOBENLEIRIE, SHROBEE LT, Bt 7ot zxD=
=Ty 7B LB LICE S BMICEARELE L T IREVDH 5,
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4. %

3

RREA 74 P BREEMLREE L THOERS LN VEEYO & v b L REKIREEE 5
1y 7ELER LTV, BET, MBEHCECELEAE L8 TE L, THbb,

1) RREZ 74 b EBRELNVEEYORSMEEZNEEAHAZLEIETHy 7L XEIL
LlBh o, MEEEELT0 T, X, MEFES 150kg o HBEYTH D, T DEBTE
BEYESHIWtEADDEL 54 K EBET 5L, BE280g/cm® O/HEL €S I v 2
BB ohE T Eosbh o1,

@) MEEH, REVESHLZEE L TORMAIC X 2 HEEENE L2RBROER, AlOs
BEfLEOHREER LS EE L LMD >0 —H, SiOICOVTRIZEAEHRDOLVLT &
Db ot

@) AlLO; DIEMENFIZ, 50wtH AOs Th>L b K& Lot TOREULEDOER Z 287g/
cm’, BEMRIT 143kcal /mhC, CsBHRIZ0.02TwtH  hTHB, Th & DIHEIE, #5 =
BEUbEIC N, BhTHEY, HICREEETIIH2 E, CsRINRTHLDETH 3,

ARBRICBOT, ZHBOMBIBA -0 B A ¥ b, RNEEE, EPMAICL 3
L LUMRICH IOV OB L LB SHAR, AKRE, MERHORSICE L sl
(&> -HAMET, MARERIKBREC:LET, £/, AMEBELELDBLHD, &
OBPREWI RV ReUEBRAR L v 5 —R, KEOFLICERHOIZLET,
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~ Table 1 Composition of Natural Zeolite
Constituents §10; Al20; Fe203 MgO0 Ca0 K20 Na2Q MnO P20,y T10;
Weight-X% 76.5 7.05 3.77 2.98 1.92 2.28 2.40 0.11 2.17 0.12
Table 2 Composition of Simulated High-level Wastes

Oxides Weight-7 Raw material

Na,0 15.02 NaNO3

Cs,0 11.77 CsNO3

NiO 2.08 Ni (NO3) 2+ 6H,0

Cr,04 2,89 Cr(NO3)3+9H,0

Ca0 11.49 CaCo03

Tio, 10.22 TiOp

BaO 4,78 Ba(OH),-8H50

Sro 4,11 Sr(NO3)

K,0 0.55 KNO3

Mo04 16.32 HyMoOy, - Hp0

MnO 2.38 Mn (NO3),-6H,0

Co0 0.99 Co(NO3),-6Hy0

TeO, 1.79 TeO2

Total oxides weight ; 31.81 g/1
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Table 3 Comparison between Ceramic Product and Glass Product

| ) 18)
Ceramlc Glass
product product
Waste; 30.0% Waste; 18.8%
. Zeolite; 65.0 Zeolite; 47.0
Composition A1.0.; 5.0 B.O. ; 12.2
273 N&.3 ; 16.6
cad ; 5.3
Treatment 950°C 1200°C
Temperature I
Density 2.87 2.75
(g/cm3) *
Thermal
conductivity 1.43 0.76
(kcal/mh°C)
Cs leach
rate 0.027 0.068
(wts/h)
1‘0
N
5,05
5
g
O i 1 1 ' L l J 1
0 10 20 30 40 50 60

Diameter («m )
Fig. 1 Particle Size Distribution of Zeolite, A1203 and 5102

.
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Fig. 4 Density of compacts vs. hot-pressed temperatures for the

system of natural zeobite-wastes. (Waste; 23.2 wt¥%, Press.;
150 kg/cm?, Hold time; 1.5 hr)
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Fig. 5 Density of compacts vs. hot-pressed pressures for the system

of natural zeobite-wastes. (Waste; 23.2 wtZ, Temp.; 900°C,
Hold time; 1.5 hr)
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Photo.2  Microphotographs of Ceramic Products




