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Abstract

The Curie temperature (T¢) of the La(Fe,Si)1z magnetocaloric material is about 210 K, far below
room temperature. Hydrogenation is needed to raise the T¢ to room temperature. However, the
La(Fe,Si)13 bulk materials will break into powders after hydrogenation due to the volume expan-
sion during hydrogenation. In the present work, La(Fe,Si)13/Cu magnetocaloric composite have
been successful synthesized by electroless plating and hot pressing. The microscopic morphology,
magnetic phase transition behavior, thermal conductivity and mechanical strength have been stu-
died using microscope, X-ray diffractometer, energy dispersive spectroscope and physical prop-
erty measurement system, etc. The La(Fe,Si)13/Cu magnetocaloric composite with continuous Cu
network significantly improve the thermal conductivity and compressive strength. The proposed
novel microstructure and synthesis methods are also applicable to other magnetocaloric mate-
rials, which will significantly improve the thermal and mechanical properties of magnetocaloric
properties and hence pave the way for the commercialization of magnetic refrigerators and ther-
momagnetic generators.
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1. 51§

A BRI A0 P A EEER, WEGPE WUKEE. =8, BT A R RS AR
oy BREIHLRER . Feeibap i N A b 75 BRI AR T, DA S S R LRI 50 o I 7 B R A B, B —
BIARTFHIA AR . TR, NS T RESL R R L G 287U R A0 U A BORTEIR R . RERLSE 7 THI 32
THEEER, KEABRE . e B RSB AR B A RN T-B 2 — . 5HRamaHEARMIT,
HEHIAEAR BA DU R LA B[] 1) FKMERERA R, ea0i5 g, MM AL 2) KA
AR AMREAT RIS, RN, e/ 3) AR R, fm ik R AE 60%. Fth# nl Ly
W WA A BOR b3z F B AR P AR T v T 2 Dy B AR 2 SR BRI A8 A0 A AL 22 2

HEPERA BT La ISR N W A7 REAL ST BT R A= 1R R B AR AR (0 IR R R N BE R GRSL(MCE) [2]. 4Rl PEA4
B N3 I H AR R LT, B P HES |, WERREAR, A&, it MCE RN H R
MR BT . AR, W ANNRESS, B CTHES, RO BT, AR, WA TRE, A
SEAENIREE TR o 5 BLIRE (Te) 8 R AT AR (0 B i P 5TV AR R ) R 2 AR B PRI REAR R P . — M
SKUL, WA R R AR SO TE i B P RIS i 2, OB (R A A R AR R A K, —
A (I RERAT B Gds(SikGey ) [1]- La(Fe,Si)is [3] [4]. MnFe(P,As) [5]. Heusler [6]&4x%% .

La(Fe,Si)is M EFHH T BB WK AP ARSI, BRI BB Ry = iR A A AL IR 174 0
SR1MT, La(Fe,Si)is MRHBAFTE — L8k s : 1) La(Fe,Si)is MRS B IAHAR IR (XA 210 K A A7, (& T =i,
BT A, AN EEREAEEIRMHE7]. AT, WA BRI R SR A K, T3
W3 2) SALJE I La(Fe,Si)is MOEHEF R AN TG, HASRBEHF KT 5 Wm K™, i pRE 17 HAE
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WEHIA AR RN s 3) Sk 5 La(Fe,Si)is MOEMER MR AL IN TG, PUEREE(LT 100 MPa, ikt
TEPERIZE, ARMERE— U TR R IR ARG A e 2y

BT Cu HAREMHM G R@LW-m ™K™Y, JHHBMREE, & MR ks, R g
HIA L 51N Cu A5 HEFA BT B #4 T S AWM . Julia Lyubina 55 A [8]4 La(Fe,Siys BURLE
YRR ERAR VA P AT AL 2294, SRR R K La(Fe,Si)a/Cu & & ARl . SRTM i T4 I RHE BB, Cu
(O ZE FRPE AR S AR LL 3 22, SRR 3B e FLBR . 1 FLYA TR A AR A R E AR IR R A, B P AR 4L
P LIZ B SRR T R BAR L E AR R La(Fe,Si) s MlkLm, ZMT5PRAN I La(Fe,Si)s Hef4 . Caiyin You 25 A
[9]K FH w2 W5 1 77 =UAE La(Fe,Si)gs WURL R HIIRHE - — 24, A La(Fe,Si)1s/Cu 74544, il J5 7F 650°C
I3 K AR RS ) % TR R E S ARL, UK AR T 105 MPa Zids, i i it e A BT At .
{8 T 9286 rp e KB B4l i 1) 5 K (30 min), BB HE SR 3P A T R R

ARSI RN + PURE(CZRAENIE 13815 T La(Fe,Si)/Cu Juidk, FHBIHA M 228 S %L
M#ESH, HHRGHERME T M AT . SHPERE . J12AERERI RN . i FE 45
FA L La(Fe,Si)i MEHERESIA TN, BRI B AE FbA . 7kt

2. LI
2.1 HEEBE

2.1.1. La(Fe, Si)is R FIHIHI &
LABH . Bk E(AERER T 99.5 wivo) A E A RL,  SRAT RSV Hid 70 DU kil % 60 g ¥ LaFeyy 6Siys 54
. AREAES IR EEATIR K, BKIRE DN 1080°C, B KISTEIN 7 K.

2.1.2. {LEFHER

AR 1 75 S0 BEARREEAT A B Rt La(Fe,Si)ys BRARKT YW  FF P ARHES i tH 0.1 mm~0.16 mm
(1) La(Fe,Si)is ¥ A, SRJG Kby A E LA N AT S0 . P 32 SRR PR IR AR, F FR A B S5
b ZEARE T TR 4 Y : CuSO4-5H,0 A 15 g/L, EDTA-2Na A 20 g/L, #f1 B4H4% 4 15 g/L, N 5.0 g/L,
TR ALHI A 30 mg/L, o,0-IBCMERE A 10 mo/L, HEWGIRE N 37°C, FR/ERR P IRE N 10 g/L. K1
538 JF R 5 NS & A5 W8 INFR), K 97 148 107 1R ORI Y CE TS0 BB e R B I R34 50, B BN 37°C
IEAE . DR 7] 40 531 B BN 0.5/1/2/416/8 h, — Bl ia]Ja Bk LyiR T — BB S8R cu 2, H
ZEURARRIPAS 1B W 5 TN L5 IR A Rl LS T, H73 R A e 45/ 1) La(Fe,Si)a/Cu #EHI1VA 5 G AR
i

2.1.2. BE

BB AR AN TR, TIN5 IR R s, IR AT CLEERE: i # 1 32 70 RAT g
5] AR WA AN I S (RO R A SRR BRI A 2 rh s R 2 Ja (KA R
JRABEE A (A2 10 mm), B8 i AR IR EERT & il I 70, AEAS LR EEANAS [ 6 e i 70 R AT #A4UE
RIS [ 2 min.

2.2. MEBERIE

H AU HE R I 1 AR RHSE ] X G2 AT 541X (XRD, PANalytical X-pert Pro)if 171k, FIH L& 1E
I A 41(PPMS, Quantum Design, DynaCool)#A K IRIFR BN il ik 2 1 (V SM) SR B AR 2R (K1 P8 e A5 2U AN ]
IS T AR 2 (M-H #£R), BETASSUBR T Cu & & . M X SRR (X (EDS) X fh I TCER
I A HEAT RAL .
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Figure 1. Schematic illustration of the synthesis process of the La(Fe,Si);s/Cu compo-
site magnetocaloric materials
& 1. La(Fe,Si)1s/Cu E S HAM RN T ZREE

fi P M R B SIS AR A RIS, R IR B AR R 2 A0 5 2 D AR S AT 4T I, AR5
FIPSCHUREAT IO CAL . T 3T P 5 BB bR T AR B SRk, AERDGIRE AR h A R o AR HEAT T 0k

LR EPIEN R R G (PPMS)RIEA R G, I W42 45 58 PR A T REd I IR AR e AT
FFRIRE SIS R EE . A0 RE IR LR FE R AT 0 2 PR REIC. R AT IRBDAE fh SR T (VSM) I
i (G 28 (M-T)o Sl THSETHE A M-T il 233 Ak (AR AL A T LAAS BURE S K J AR Tes THER B
it 20 TR PR 22 9 R A Trgs SR REAL IR D 15 e IR L PR — R BREE T (1 M-H B2k, A Z 2k
SRS TR EP R e LA R R S N D [

3. RS

Kl 2(a) A La(Fe,Si)is AN [FRI1L 225 H B 6] (1) XRD K%, o powder S-R4¥E4 1) La(Fe,Si)s JRLAH Ko
SR 1 oh SRR S I 7RSS Cu fiTETIE, TG AR 2 h S Cu lEECRIAE, Ui S
Cu CAUIFE La(Fe,Si)is R, I HFAHGEMKIARAFAE B A HAREH I, WRAA AL S
Cu A RENS N B AP (] R E— P3N 6 h, Cu [AT 4R Bt e 2 9, 1X K8
La(Fe,Si)ia/Cu EAMEFES Y Cu & & 17E— V0 P 22 B 2SI a) (R 5 i 38 n o 1 75 4% 4 s 1)
FEKZE 8 h I Cu [FATHF IR H38n 7 —28, {5 BB AR S D 2 B 2R R8N o A 4 AL AR
)RR . DR 5 PR ()1 5 22 5 S0k AR SR T 9 4 B 2 FLidk i A v TR B s A 2 et (1]
K 2o T ] A g . ] 2(b) A La(Fe, Si)ys AN RIS AN [FF il 72 10 KR E T #b A 2 FE B 3 1) A8
R R (M-H #128). t BT WL, RIR T A Rl 2 R, WA EAE 1 T e AR 3 T A
BE & BEARIS ) (R 3 o, AR P Cu TR 0 Ok O, P DARE i R AN A AL B B2 P AIG. 1X 5 XRD 2R
FES I Cu B B TE — 8 i [l P 22 Bl A 1 S AT T (0 164 0017 3 I 7 5 18 AE W 6 o AR A8 A [ B4 B R 5
JiR 46 La(Fe,Si) MFIRAALTRE /NI, PTRATHE AR S Cu i) & &, Bk mT LI 2(b)4 K. 4R NI
FRURIT S SRR, it 25 IF ] 385 N 5 ) b P LR, S S — BN 8] S5 B T B3 VR0V B2 P AR A1 e I ek 28
PN o LUIRAEAR T [A] 9 6 h A1 8 h BRAEAFE S, HEARIT (8]0 6 h [RIFE ALY Cu & 82900 22.5%, HE4m Ay 8
h FIRESH I Cu S48 23%, —FH A KK, RN R RIS [ A, FT DAYEAS S o B R (94
FEdh, AR RN 6 h,  BIAR BT R0 50N 22%~23%.
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Figure 2. (a) XRD patterns and (b) isothermal magnetization curves at 10 K of the Cu-plated La(Fe,Si),3 powders obtained
after different electroless plating time

2. AEISESRRTIEIAY La(Fe,Si);s/Cu #7RAYN(a) XRD EIF(b) 7E 10 K iBE TRk phsk

K 3451 T La(Fe,Si)a/Cu A B RHEURL I T ) EDS JC 2 43 #i B I\ EDS B ] LLE HIFE 40 Las
Fe. Si ¥25)43 i, #E—5 U0 T AS2aG 4 Bkl 4 1 La(Fe,Si)is BRSO 201 . ] 3(d) AT LB B Cu AR AE
La(Fe,Si)s BURLR I, #EJEHELE HIH5, B T a2 La(Fe,Si)s/Cu #7454 . Cu 1E La(Fe,Si)is FMih
TE R T B0 18 = 5T B VU 1R La(Fe,Si) s MURL S B R TE AL 1 5 #udiE

Figure 3. EDS maps of the La(Fe,Si),3 powders after Cu plating for
6 hours

[& 3. $E4R 6 /\BF/E La(Fe,Si)s #3789 EDS [E

K 4 a7 2 GPay #AJEIE] 2 min. AN [FIREE T #4355 9 La(Fe,Si)ws/Cu B IS EIE . &
EJiEﬁ'?Ejji&;/J\E\T La(Fe,Si)1s/Cu BRI ANRE R 5 45 S E— S, TERCK & RUE L/ La(Fe,Si)ws MU 2 3
IR, RAEVF R RO TIX PR SUEA RO H U RE T B L, R SRR I & i i 70 ik
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2 GPa. [ 4 Hi(a). (b)~ (¢)~ (d)F RIS 600°C. 700°C. 750°CHI 800°C. B LA HiTEAH[H
HGHREERT, MERER, BOFLRAZERD. X 2&RTRHEREN S, Cuishikigss, T
FLIHE, e TARM B B . EAE() A S Cu BRI D, KR TER SR T La-Cu KA R
FLAERE T8 AH . XA AR S La(Fe,Si)is MOBHIIMATEREFRAC. BRIl FA T RAMPUERERES
750°C. TEE] A(C)HATLIEMTRIE H, K 0EE + SR T 205, FEAWEER TR AL, KRB
N TILBRA, H Cu SR AL FELE La(Fe,Si) AR, FIRL T MR S RGEIE . FrAZEE FRIES
B e NIERIREE: 750°C: AUIEE 1. 2 GPa; #UEMFE]: 2 min.

Kl 5(a)4h tH T AN R FA 5 B B A AR 5 F A P R ot R P 4 1 g — AR 2. AT
PLE H, Bk 750°C, 2 GPa A MBEAAE i th I AR Begt, JARFe it 3 I R e v . IF Bl
750°C [RIRE A FE B AR RN AR B KU B LI e dir . b, 750°C, 2 GPa AR MBS HIRE fh B A BERH)
PUH SR (440 MPa), X —H{E = T AR R FA R S HC N A BERAE S M PURsR s . APk RE S Cu th %1
REREPEFIF BN E B AT 47 Cu K La(Fe,Si)is BRI, 7EAMREIIT, Cu MRS T La(Fe,Si)s
WKL IE 77, (RN A& 2 T KNI B ). HAERIE T Cu dishvesgsg, fR4FHIATe 7L, e
TR EUR L .

100]tm

100]um 100]/tm

Figure 4. Optical microscopic images of the La(Fe,Si);s/Cu composites obtained after hot pressing at (a)
600°C, (b) 700°C, (c) 750°C and (d) 800°C for 2 min under pressure of 2 GPa

[& 4. (a) 600°C, (b) 700°C, (c) 750°CFA(d) 800°CiRE T#E 2 min {5 La(Fe,Si)1s/Cu E &M RIHIHA
FEME, ENA2GPa
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Figure 5. (a) Compressive stress-strain curves and (b) thermal conductivity together with the maximum compressive strength of
the La(Fe,Si);3/Cu composites hot-pressed at different temperatures. Corresponding results of an arc-melted sample are also
included in (a) and (b) for comparison

E 5. NEHRERETS La(Fe,Si)o/Cu ##mSRINAKH EMEERA(a) EHRE N - RTrhZk, () ASESHER
FEXFEE

Kl 5(b) B 25 T RN S I PUR R ST RN EREEME, 750°C. 2 GPa 4 R
BRI G RIER T 151 Wem MK, X E AR A SRS La(Fe,Si)is MRV EE (7.4
Wm ™K TR FE T . 750°C. 2 GPa B4R AR MR SR R AR, BT R A
La(Fe,Si)a/Cu FIRLTE i i e N ASEEAE —il2, A RUER T BRI A FLRR, 45 B Pa IR kb, 1X A F)
TRARIMG RIRTE . bAh, BAREMIN La(Fe,Si)s/Cu BRIAEME G, m#RFHRM Cu K T Mk
ARG PR T @8, (3R A7 R AR EEEET Cu MERNN T HudERE & T 2, KiEER T
TSIMEE SFTFHUMERERYL, 750°C. 2 GPa R4 # K AL S PUER SR IAEI T 440 MPa. X2 T
FLIARI>, LA Cu 1 RUFIIZE R YE Sz, EAA R B 1A ) S M RE A1 2 T 127t
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Figure 6. (a) Temperature-dependent magnetization and (b) isothermal entropy change of the original La(Fe,Si);3 powders
and the La(Fe,Si);3s/Cu composite hot-pressed at 750°C
& 6. JR1E La(Fe,Si)is MRS 750°CH#E La(Fe,Si)1o/Cu A EIRE T H (a) B 1L 52 E 0 (b) MRS T

K 6(a) MIRIERI R 5 750°C . 2 GPa BEHIFERE S AE 0.1 T SN T HEAL R ER IR B AL 22, 7EAIR
I FAPRAE TRk, BRI LR BT, Bk R R M A E A AR, BRI A A N IS . JE
i 52 B T Uk P 5 5 el b 2 2 ) i B2 2 RV 9 AT, Al BRI AR R AR A A AR AR D — R AR
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S %, La(Fe,Si)ys JEIE# K 5 La(Fe,Si)/Cu #ERE S A JE FLIREYI N 200 K A4, X8 HE it
FEAS S0 B b 1) i LR B P AR B2 . La(Fe, Si)ia/Cu TR RE il (0 REAL B8 P BT RRA, X 2 RN EREME Cu
MIIIAAEST La(Fe,Si)1s MJT & 7 B MRAIK . R T BRI RGP AL, — 2 Cu NARRAVEAE, #ike T HEFA I B,
TR AT S ECPG A, FRATAT LLWEE R, La(Fe,Si)s/Cu FEAE S A A IR X AE B, M-T k3847,
TR T PR S AR AR N I BT S8 o BRAR NI AFEAE— @ FRJE L5 T AR AR .

Kl 6(b) A 22 a5 08 R AU v B R R A6 K0 K 55 750 °C B8 A 40 R A W 7E 2T W 1) A2 Bl Ui
FEAAL I E . I RT LA R A, FAER S RE a0 B KA A G BT RIS RS R A RIS T, (|
eI ISR AR X A B8 J1(RCPY KRB, 2T fids N #UEFE S RCP D 250.0 Jkg, FHET R IEH K
(1) 236.3 Jkg ZBEE/N. X ULH] T Ak 22 B A RN B I FEAS S (AR ¥4 58 77 H BB L A, PREA T
La(Fe,Si)s R mIHAEE S, EE2HH#RE.

4, g5ig

AWFFPEH TR + RS T2, XM RLEA S A& MR H & 7%, JRE
HZ T2 & T La(Fe,Si)w/Cu Hifh . sLIGH AL TN T 2SHRR_E TS, KGR T
A ZEE NI T 20RO TE S . HEARARAT . D12 rERe. SRR AL AR RESSE T T R2 A . B 7L
RHL, AHE TR AL A (B A 8] . 6 h)fi Cu 22510 A E La(Fe,Si)s S Bl T A% o4 4,
MHAEFERE: 750°C. &REE . 2 GPay FAJERA]: 2 min) T2 A% 584K La(Fe,Si)1s/Cu Bk R %
g, WRUES MR, TS G R%, FHAGH/N:  [FRIRE R AR o 5k 0 4 il P A
Cu Mmah sy se, HATL, $m 7RISR . S b= + PR, MRS AR A B
IR, VA A BT IR A AH

L La(Fe,Si)is MK 9 ZEA, Julia Lyubina &8 A [8]4F ¥ & 1777244 Cu 1 La(Fe,Si)s T4 A IR
SFPRHIPEBEEAT T A 7T . LaFey 6Siy4/3.0 Wt%Cu £33 ¥4 [ AL 5 7F 200 K. 250 K. 300 K. 350 K
ST SREAEE N 2.0, 24, 2.7, 3.0 W-m K™, HlIFAEPAERLRZER, MRHLIFE &
PEFFE. Hu Zhang 55 A [215R A A & 2 B AU TG 1Ok 3% La(Fe,Si)i FaM BHEEAT 2087, 3 wi%e 4
W RE KL LaFeyy 7Siy CooHrg HUE SR IA S 162 MPa, X FIFERE AT He B0 B O 22 AT DA 2 30 P b, (H
TR G RAC, BT AR A AR R . Heng Zhang 25 A[10]4 I #UE T 2% La(Fe,Si)isHy
5 Sn KA BB HRER A M RE, BT Sn ISR IEA R, i3 7E 225°C ., 233°C., 242°C. 250°C
PIEIRE FAER N E SRS RSN 7.9, 6.6, 7.1. 6.8 (W-m K™, FrLATER RIS R J7 H AR
A ot 2 1]

FHEEZ R, AEFFUTAS La(Fe,Si)/Cu B A BLRA JEH L7 I PUE #2E (440 MPa)Fl# T2
(15.1 W-m™K™), SEMFEAPER IR SHCT Hl %1 La(Fe,Si)s BRAAH EL P 5 B A T 343 B4
T 44512 5. Rk, ARFFRTIRIFN La(Fe,Si)/Cu EEMEHWHE. . PSS A RIS, MY
REHEIA BRI T T 24405 3842, RNy La(Fe,Si)y BEHIA ARG SZ AL . Pk BE 5 T 22t

E&ImHE
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