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Synthesis of rare-earth doped surface-modified metal oxide nanoparticle to
investigate the mass transfer in cells

Takami, Seiichi
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This research realized the synthesis of rare-earth doped metal oxide
nanoparticles that show luminescence under UV-light or X-ray irradiation. The size of the produced
nanoparticles were 30~40 nm. Because the nanoparticles were synthesized without calcination process,

we can perform organic surface modification during synthesis to improve dispersibility. The
luminescence spectra depended on the doped rare-earth elements. The produces nanoparticles are
expected to be used as a tracer in animal cells.



¥ X C—19. F—19—1, Z—19 (@)

1. WFERHE S WO 5

BRI 10~30 um FREE DK & I 2 FF D B-OME/NER e EREx 7/ NRBE R H T 5D, /NER
B CIIAEMRIEE), 7720 bWERE - LRS- BENELTEBY, 27 b Lo R EE &
SR 5, TOEEEMDTD, MlAEHRE, S, et L TS 288757 Ve —FBRbh
TE7=0, MRz e LR ICE FHEMECEET 20 THY | A TEMIENIZEIT 29
EEh 7 PR EE ORI IR EE R S B o T2,

PLED X I X -8 MlaN OB ZEE 2 5 FENRR LIV TWD—F, £ OEEMIIH
S TH D, BN L OVNEERICBWT, O L) WEBEINEL TWHONEMD
Z ol MRENIZET 2B B OBRAE & ) S BEEEELE D EE TH D, I BT, Fl XA
2T B & 2R A PE IS YERASE 72 O ISR EERSE 72 D TR U TR R 2 Vi 72
D AdERROMER A B L8R AR 2T O e 8 MilRNY AT 2 E x5 L Lk
FTHENT e —F 25D 2 EHAHEICRA D,

MR HRGER 1L, MlaNICBIT 2WEBE 250325 1 DO HkE LT, K&ty / #h
ECEEEME L. INE FL——L LRI TAZ e 25 L, 22 THWA T /M.
MIEN TR L—HE LTHOWOND X9 F/ S BERH D | —FERIMR « X BRI S T Tt
WERTHERD D, S5, ARICH L TERE CREIFET INERD S,

WFITHFER L. 2 E CITkA & BRRIb T R OB Z1T/ > TEY | Fk L 72 548 R
HWOZEIR, SRR ORI LV 5t nm LN ORI EZ o VR FOEMIZEKEI L TWad, F
7~ BRI R— 7% 4T o F R TFOEK b FEH L T35,

2. e EM

LW RS & R TIE, AT CLRERES BRI A TR TR AR U= F /Rt
ZAAL, 100 nm DL F CHNERT T /R F2RRTH52 L 2HME Lz, ZOHMEEBRT
HITIT BRI 2R R AT 5 & & bIc, Kl KM E FTREZR R 0 fl T2 LNERH 5,
S5, WINT oA FECE N EY R LEOSRILE L ER SN DOV ERDH D, TN D EFEBT
DI, ABOBRRIZIIT D 5B TR O S ImEE OB, FrIIRE S pH 23 GIBREIZ 5 2
5o fEEIENICEBR OB A A A SIFIET D 5A . KBG BB ED L ST
7 I A= DOERA A OBERET D00, B2 ED D UNENH D, 1=, A XD/
i F IR T AR TED Z ENHLN TV D IERIEE 2 H O i Sk 21T 5 2 & 28E
T5HE, TOEENIIBITDEEHREOEEB ZMD Z L b EEE 25, U EOBRFOL &, ABF
Ze I FEC RIS REE T/ b - OA R E BN EIT O & & bic, ER bzl
HEEmA A DY A MBIRER O, S 5IC@EREEBE NI DK AR O 2B fRiH %
HAE LCHIEZ 4T > 72,

3. WHEDTTE

3-1 ATHERINSRERIEY T/ fhdh OKREVG L

AWFFETIE, LusAlsOr2 (LUAG) 72U L Y3ALsOn &2 748 A b &3 2 & HHEIING B b7/ 1k
DERGMH DB ZITo 72, T 2T LwALOR IZOWTRT, L, AP S A B LU Ce i &
T HHEA A 2 ETKARZFR L, 1 M ® KOH KiFK%Z N pH Z ¥ LT-, RiunEios-
DO FIE. ZORISHERIZINZ Too T OEHRZ NAHE 5.0 mL ORI 2 VT
BOBREE T 10 S3FEUIMEN L. mERICARY 2B, B L7z, 2z X #REPT(XRD), £&E
T-PAMBI(SEM), BIRYEHUELIE(DLS), 4RAMRIRGTIC X 2 30 e Bl 22 TRl L 7=,

3-2 BRI DE/A A ORLE IR

AR NVE b 2t g & L, 2ffif A2 & LT Co, 3fliA A& LT GaZ W, £
NENDEBA A DEENERFMIC L > TED LB TINEHLNT Lz, HEEY
UL LT L N EETKIRRERRL, 22121 M O KOH IER&ENZ2%5Z L TpH =2
FLE DOJFEHAI D pH % 3~11 ~& ER- SETERBAKBILM 2T S8, 2%, By ELs
(ZIRBHAE 2 5N L 200~400°C, & AKRFH] 1~30 min DS THE L 72,

3-3  FEAEE NI BT D ER KA D 258 iR

T KA B E ORISR T 2 FEKIRROZFE 2 50T 5720, FiET7 U4
757 4 EHIT - T, BIROBFRIKIAK &SRO NEBVKINEE T 5 %82 FET 570, IBE
RIS A R L, 0@ 2 BERT 5 2 L T BERK & FEURFERIR K DIRA IR RE 2 Bl s
L7ce T U777 4 JIEF. KKEA T IO B-4 78— b, JEHF JRR-3 @ 7R EBRFL
TIToTm, BT, BIEICHWZIRAHZHWT CeO 7/ Kir-DEREREZIT -7, AkLT
Kir-ix, EBAE IEMBE(SEM)Z W ChiZR 2 3Hl L 72,



4-1 & THERINGEER LT/ ik O KA L

F9°. BRIEIE D pH D EBMCH X DB LT, 22 Tlk, pH % 7 fHEICHR#EE L7
B OERM D XRD /35— %77, 300°COAFIRE Tl 20=10 deg. f(3TIZ Lu X° Al DKEg
1k &2 2 DIEPTMFE L, LuAG HRIZET 7 0 7 7 A MIfER TE eoo72 (K1), — .
ARREZ 2Bl BIZT 5 & LuAG O HER TE, MOREmIIIFE LR D o T2,

: : ' ' . =y £1 FEHAE® pH 3 L OB RIS
reaction temp. ﬁzﬁ‘z#@@%ﬁaﬁ*ﬁ LCE‘ /%\_. E) ,%2@ (O : LllAG

450 °C

HAH, A LuAG EEARY. X : LuAG

] . 25 SR

L] . . . L] o ... 400 oC

A ; A pH5 pH7 pH9 pHII

W e 300%C - ° 4

h 350 °C X o o A
" 300 °C

T T T T T T 400 °C A @) o) )

10 20 30 40 50 60 70
2-Theta (°)

X1 pHZ 7TIZHELZRIERAELY
AR LTk XRD X —

Intensity (a.u.)

450 °C A o o o

R ORI &2 th D pH {AFIZB W T To e R A2 £ 1T DD, 2L b, GiEED EH
L EBHIZLUAG OFEMNERSND L2187 bZ &, pHIZIHENKRETH D Z EBHL N E
otz ZHE Y LuAG DERREUENH SN E 2o 7208, T OTIR « A X &3 li§ 5 72D
EETHME L HOWTBEE21To7, BRSO pH %2 9 & Lz & OB %K 2 12T, Ak
WIAIZ S T2 ERIROIIREZ R L, OV A XL 30mm RE Tho7-, 2 HDOE M LV
YA XOWEEIEF L OG5 8 A& S il L2 #E A2 X 31279, 20X 912, BEWKIRIED pH 23 9 73
WL 11 OBAE, PR FRE 30 m BBETHDLZ ERHLNE o7, 2LV, 5+ nm
BEDY A XEHT 25 LuAG T/ R+ OEpSkMt % R+ 2 Lokt Lz,

A pH7
200 e pH9
& pHT

"
o
o

|
T

Tk : ; j

0- T T T 3
300 350 400 450

RIGRE (°C)
2 pH=9,400C D&MTERL X3 KD pH B X OB RIRE
L 7= ki1 O 7B 1 A iR A7

FEWTABFZECTIE, Z D LuAG 7/ Kif-~D Ce A 4> DM AT T, Celd 3 i L4
Oz TS — 05, BEAED L7 8 HARIZ BT D78 Tld Ce 13 3 liOIRFE THIEIRIC R—TF' &
NTNDZENMONTND D, YHNE 3D Ce A A2 &G Lo BRI /2 I 2 T 4 1ff
~OEAL O 2R ATz, D%, X BRRISHIE EXAFSIFNTIEZ HV, AR LTRL 7O Ce
L3 gD XAFS A7 MLV EFHET 5 &, FBAMS TH Ce A AR 3 Mizlmd L, &
FRIBENRE L 2 DIFE A liDIREZILD Ce MR D Z ENRHEMNE R -72(X4), £Z T, £
ez Mzx7 . Lu, Al A 3 BEOCe A A ZETFEVKIER LV Ce U LuAG F /R 7O 5
KEIT -T2, pH % 9 & L2 JFEBIKIEE D & Ak U T2 sUBHZ SR MR 2 B S U 7= R w615 2 (X
5IZRT, Tk, ML L TIE350°CTHMR LIEREIN S O8N R b BETH D Z L3
SnE ot ZauL, IRE EFICESTLIAG = MY v 7 2ofEsMER & Ce A A D 4 1f
ANOEERIATLTAEL., FEERE L T3500COHNNHEIC -T2 b D EER D,



| | | | | l
Ce L3 Transmission

LUAG:Ce NPs (pH=7)
__//\‘/\m
_______//N\“““"““&ﬁ?a 300°C 350°C 400°C 450 °C
M

F/lg (-)

Ce(CH,;C00),
CeO,
T T T T T T
5700 5720 5740 5760 5780 5800
Energy (eV)
M4  Epk L7z Ce L3 WUk M5 IR IR D Ce F—7
XAFS 2~7 kb LuAG 7/ ki 1O a4

T LV EEARIEBE T TROE L. R 30 nm FREED Ce R —7 LuAG T/ Fi - DA R AL
DY LT=0N, Z OWIERFP e 2 HET 2720, RSN RF-OREICHEY T 26T 5 #
HE A 2 5T T2, BR & T2 Ky 1 % R KIRIR CIN 2 FHESy 1-3L0F T TR & AT - 12T, (EAfA]
ML CTHM L7z LUAG F 2R3 KHPIZ BT 2 DIZxt L, A LA U ERILE T CTHEAL L 7ohL
FRANFY U T A ERHLNE -7 (K6), 2k, LA UEERERK LT- LuAG
FRFOEREES L, T /R ORE(ILFEEEZRHE LT272d B2 D,

XA

7K

FrA UL LA VDY FUA VR L FLALEEHY
X6 LA BREEIZ I B EED I

4-2 EREMIZBT 5 EEA A ORLEER

ERROX I, Ce TREDOBEITFEKIFIT~D Ce A4 A 12XV LuAG F~DHshn & 308
MERESNTZN, —REITIE, FEEENICER OB A oA FOMFEET D856, KBGO
KENED L DITEBIEA A OEE ZRTET D ONERET LN D D, & 2 CTAIFFETIE, JA
AN ENTWVDAERVERME RIS E LT, AR E&RA A DORLE & O REGRE T
fli L7z 2% CoGax04 IZFRE L. [l U ibfd 2 #H> v-Ga20; DOERE RIS T-FT. KEVERLT
ERTEAZ &, KPP TIREVEEMTH D B-Ga20s DEKITEEE/ZR, A VTR ) — T
1% B-Ga20s £ CTHRUCHHEITT H Z L 2l L7c, Tha=i). y-Gax03 & [FERDZAHE T CoGax04
AT S LT, pH 72 EDOSMD CoGarx0s FHDEJEA A DELEIZ 5 2 5 58 % F1f L 7=,
XAFS ZHWCH A Mofi & el L7-fE R 2K 71279, AR AAEEFR O 4 7R, 8 kD%

YA a2 EDD Co, Ga i FDEIEGERLTN
%) 75§\ ZD J: 5 @C pH 75‘;%%)0 T %)‘H-/]) ]\ﬁj\ﬁ tetrahedral site octahedral site
WIRELS BN LD 5Tz, —J7, MHOERRT

RLTWAEER T o+ XA TER LT3k 3
A MAIERE S By KA T vt A0
BRA T LDV A i EZ TR E S
BATRE T D Z ENAL MM E AR oT-, KEBRT
X, A AOBER AR XD AT H B IR K
BRALIZ BT DB EA A DEENR YA Ny
B Z KT LTS Z L%, PEo#E

DOFHMIC L VR L TR Y . PR E D Bl =l =l 1oL L L L
FHOBIRIC LY | BRI R OEEA A Bl E A o valus of precursor solutions ()

RHAIL S & 2 LB L 2o T, 7 KEAH L7 CoGasOs h 4 il
8 Gk £ | % b7 Co, Ga DEIL

O occupancy of Ga
Gaiin CoGa,0; (ICSD: 172183)
© occupancy of Co
—— Coin CoGa,0, (ICSD: 172183)

o

0.8

14
0

0.6 ]

0.4

o
IS

0.2

o
Y}

Occupancies of Co and Ga
in tetrahedral site and octahedral site (-)
o
>

=)




4-3  PEERIEENIC T D FERKEIR O 2K B iR H

VbR X 9z, AgE ikl SR WA kb5 2 TAMET DK
+am BED LuAG Ki -2 AT 5 Z LITRII L=, ZhEWITL T, oA Ao/ E72F )
K- DA L iE RIS E 2 VD 2 & 2ME L, EENICBIT D BRI O 258 o fif i
AT o7, BRAEM T /2 RiF D KEE FIE 400°C,250 KUEFLE DSl E TIThbn b 2o, s
FIAT UL ATEL NN O A LIZR#EECH - 72, =2 T, FHETHREHANTAT LR
BISSERNIT I T D KB O AR 271 L, I1EVK & IR OKOEAREE T L 7=,

F9. 2 E TICHIAH L CTE 7= Swagelok 1/8 A > F OIRAHS (W23 mm) ([ZBWT, L
BINEOK, BED> B IFUEK AR 2 85 U 7= BRI Ok 2 48 L CTRA T 2RO Al ik 24772 -
Too TORER, M 8allm T L HIC, M bR SN -REAKITIBRESHICEET S &, |ES
M DENDOBEZ R~ T FHIZHAIL, A IIRAE SNDETRALNE o7, Fo, BEND
FBEHIZ, BEO/NSOEEADBDTHAL TS ZEBHHALE, 20k Hic, A 23mm &0
IPNVENIZEBNTH, TOWRE THITIMNBIRE LRWVR TR LN e sz, £ T,
HRAKZMETIEE L THME16 4 > F (N 1.0mm) OFEZFAL, Tk EEKE
o Lam ML, PETI VAT T 7 0 —BERBIE LT, TORE, KT LTINS
VEAL D EHRAK DRI SIS S v, FVERTIRE SN Z BN LR o7 (K8b),

HBERFRK

§ e .0gmn  § 12.0 g/nin
381.6 °C 388.9 C -0.0
1.0 mm -0.5
= 3.0 g/min %ZIE- 3.0 g/min l
=Y 24.9 °C ! 1.0
PRI BE
(g/cm®

2.3 mm

B8 JEAKBAERIEBRDIRGH DT VA7 77 1 (a) 1ERDBEEE. (b) 1/16 A
FE RN LT IRA D

ZDE D IRREWEOEN L, KEGKICK VBRSNS T /R OV A B 525
X9 CThD, T T, ERO2FEEOEAHEZHWTERILE Y U AT VR T ORREITR,
B SN T- ORI A & 7l L7z, B BHET 2 @Rk OFE (Qse) % 8.0 720 L
12.0 g/min, #E7> HHHGT D EEAKDOWERE (Qrr) % 2.0~8.0 g/min & 2 LI, 2 FEHDIEAH
ZRAWTER SR T OFER T8 %2 X 9 1T,

(a) T T T T (b) T T T T T T
100 1 100 4
0 Conventional mixer
O Conventional mixer
£ 80 o 1€ 80 .
£ o £ ]
g ool
@ 60F ® 1% 60 o @
|3 o o | & ? o ¢
© ©
g 40 18 4of 1
< <
O Proposed| mixer O Proposed| mixer
20 . 20 =
Qg = 8.0 g/min Qg = 12.0 g/min
0 1 1 1 1 0 1 1 1 1 1 1
0 2 4 6 8 0 2 4 6 8 10 12
Qgr (g/min) Qg (9/min)

9 Qsc = (a) 8.0 g/min, (b) 12.0 g/min DT, 2 FEEDIR

Bz FHWTER LTz CeO2 T/ KL T D FAPRLT-£8

INEY, V16 A o FEZiE L TN B ERKZ MG LI2EE . 1ORDIEEH & e~ Th 71
BONSR T IR TFaaRTEL ZERALNE T,



4 4 0 4

Xie Bo Numako Chiya Naka Takashi Takami Seiichi 23

Supercritical Hydrothermal Synthesis of Spinel-Type Nonstoichiometric Cobalt Gallate 2023

Nanoparticles and Their Magnetic Properties

Crystal Growth and Design 2511 2521
DOl

10.1021/acs.cgd.2c01435

Sato Kosei Sasaki Ryosuke Xie Bo Takami Seiichi Kubo Masaki Tsukada Takao Sugimoto 8

Katsumi Odaira Naoya Ito Daisuke Saito Yasushi

Effects of the mixer shape in a flow-type supercritical hydrothermal reactor as evaluated by 2023

neutron radiography and CeO<sub>2</sub> nanoparticle synthesis

Reaction Chemistry and Engineering 1449 1456
DOl

10.1039/D3RE00018D

Takezawa Kengo Lu Jinfeng Numako Chiya Takami Seiichi 23

One-step solvothermal synthesis and growth mechanism of well-crystallized B -Ga203 2021

nanoparticles in isopropanol

CrystEngComm 6567 6573
DOl

10.1039/D1CE00728A

Asano Natsuko Lu Jinfeng Asahina Shunsuke Takami Seiichi 11

Direct Observation Techniques Using Scanning Electron Microscope for Hydrothermally Synthesized 2021

Nanocrystals and Nanoclusters

Nanomaterials 908 908
DOl

10.3390/nan011040908




14 4 5

Xiaogian Zhao, Seiichi Takami

Sub- and supercritical hydrothermal synthesis of Y3Al15012 nanoparticles doped with rare earth elements

The 19th Asian Pacific Confederation of Chemical Engineering Congress

2022

35
2022
Bo Xie, , s

pH
20

2022

35

2022




In situ Neutron Radiography on the Mixing Behavior in a Flow-type Reactor during Supercritical Hydrothermal Synthesis

Seiichi Takami, Ken-ichi Sugioka, Masaki Kubo, Takao Tsukada, Katsumi Sugimoto, Nobuyuki Takenaka, Naoya Odaira, Daisuke
Ito, Yasushi Saito

The 9th International Topical Meeting on Neutron Radiography

2022

Co-Ga

88

2023

Xiaogian Zhao, Seiichi Takami

Sub- and supercritical hydrothermal synthesis of Y3Al15012 nanoparticles doped with rare earth elements

The 19th Asian Pacific Confederation of Chemical Engineering Congress

2022

Ce LUAG

34

2021




B -Ga203

34

2021

Bo Xie,

52

2021

Bo Xie, Seiichi Takami

Synthesis of Gallium Multiple Oxide Nanoparticles in High Temperature and High Pressure Solution using a Batch-type Reactor

7th International Solvothermal and Hydrothermal Association Conference

2021

60 2020

2020




2020

Seiichi Takami

Hydrothermal synthesis of organic-modified metal oxide nanocrystals

Advanced Materials. WebCongress on Thin Films, Materials Surface & Interfaces

2020

(Takeda Shino)

(00272203) (82502)

(Numako Chiya)

(80284280) (12501)

(Sato Kazuyoshi)

(40437299) (12301)







