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Figure S1. The IR spectra of compounds 1 and 2.
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Figure S2. XRPD patterns of simulation from single-crystal diffraction data, 1, 1*, 3 and 4.
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Figure S3. 3D packing diagram of 1 through the weak intermolecular interactions: Cjp—
Hizg-Oy7 (orange), Cio—Hjg+-Fas4 (red) and Css—Higp - F33 (aqua) with the distances of 3.05,
3.33 and 3.39 A, respectively.

Figure $4. 3D packing diagram of 2-2CH,Cl, through weak C—H:--O and C-H---F
intermolecular hydrogen bonds: C,—Hy-Fg, Co—Hoc 017, Croa—Hi9a *F12a, C37~Ha7cFa,
Cs5—Hssa*O15 and Css—Hssp - Og with the distances of 3.09, 3.42, 3.31, 3.41, 3.16 and 3.30 A,

respectively.
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Figure S5. 3D packing diagram of 3 through classic O—H:--O intermolecular hydrogen bonds.
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Figure S6. a) Magnetization versus field of 1 at 2 K. b) Magnetization versus field (circle)
and magnetic hysteresis loop (square) of 2 at 2 K. In the inset, we show the enlargement of

the low field region.
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Figure S7. M/NB versus HT"' plots at various magnetic fields for 1 (a) and 2 (b).
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Figure S8. Plot of In(y'/x") vs. 1/T for compound 2. The solid line represents the fitting

results.
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Figure S§9. Magnetization versus field (circle) and magnetic hysteresis loop (square) of 3 at 2

K. In the inset, we show the enlargement of the low field region.
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Figure S10. M/NP versus HT ! plots at various magnetic fields for 3.
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Figure S11. Plot of In(y"/y") vs. 1/T for compound 3. The solid line represents the fitting

results.
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Figure S12. Magnetization versus field at 2 K for 4.
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Figure S13. Temperature dependence of the imaginary y" and real y' components of the ac

susceptibility measured in zero applied field for 4.
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Table S1. Selected bonds and angles for 1 and 2-2CH,Cl,. Symmetry code: #1 -x+1,-y,-z+1;
#2 -X,-y+2,-z; #3 -x,-y+1,-z+2; #4 -x,-y+1,-z+1.

1 22CH,Cl,

Bonds/Angles A/° Bonds/Angles A/e Bonds/Angles A /° Bonds/Angles A/°
Dyl1-05 2356(5) Dy2-013 2312(5) | Dyl-03 2348(5) Dy2-0l1 2.334(6)
Dy1-07 23474)  Dy2-010 2395(5) | Dyl-04 2337(6) Dy2-010 2.415(5)
Dy1-06 2316(5) Dy2-010#2 2379(5) | Dyl-05 2325(6) Dy2-010#4 2.399(5)
Dyl1-04 2314(5) Dy2-014 2350(5) | Dyl-02 2331(5) Dy2-012 2.334(6)
Dyl-O1 2396(5) Dy2-011 2360(5) | Dyl-O1 2370(5) Dy2-016 2.325(6)
Dyl1-02 2331(5) Dy2-016 2333(5) | Dyl-07 2325(6) Dy2-015 2.347(6)
Dyl1-03 23485) Dy2-015 2.306(6) | Dyl-06 2373(6) Dy2-014 2.363(6)
Dyl-O1#1 2.4004) Dy2-012 2315(6) | Dyl-01#3 2.444(5) Dy2-013 2.323(5)
O1-Dyl-O1#1 63.63(17) O10#2-Dy2-O10 64.52(18) | O1-Dyl-O1#3 63.81(19) O10#4-Dy2-O10 63.03(19)
06-Dyl-07  7289(16) OI12-Dy2-O11  73.5(2) | 02-Dyl-03  71.54(18) 012-Dy2-011  71.8(2)
02-Dyl-03  71.53(17) OI3-Dy2-O14  72.94(19) | 05-Dyl-O6  72.42)  O13-Dy2-014  72.57(19)
04-Dyl-05  7187(16) OI15-Dy2-016  723(2) | O7-Dyl-04  7372)  O16-Dy2-015  71.9(2)
05-Dyl-O1  76.82(16) O16-Dy2-010  75.54(18) | 03-Dyl-O1  7227(18) OI15-Dy2-010  86.77(19)
04-Dyl-O1#1 78.78(16) 0O15-Dy2-O10#2 81.15(19) | O2-Dyl1-O1#3 81.97(18) 0O14-Dy2-010#4 79.78(17)

Table S2. Selected bonds and angles for 3 and 4. Symmetry code: #1 -x-1,y,-z-1/2; #2 -x-1/2,-
y+1/2,-z; #3 -x,-y-1,-z.

3 4

Bonds/Angles A/e Bonds/Angles A/° Bonds/Angles A /°
Dyl-O1 2385(5) Dy2-010 23005 | Dyl-O1 2.425(3)
Dy1-02 2329(5)  Dy2-010#1 230005 | Dyl-04 2.345(4)
Dy1-03 2334(5) Dy2-011 2.403(5 | Dyl-05 2.386(4)
Dyl1-04 2336(5) Dy2-Ol1#1 2403(5) | Dyl-06 2.383(4)
Dy1-05 2312(5) Dy2-012 2373(5) | Dyl-07 2.358(4)
Dy1-06 2335(5) Dy2-012#1 23735 | Dyl-08 2.393(4)
Dyl1-07 2369(4) Dy2-013 2332(5) | Dyl-09 2.457(4)
Dyl-O1#2  2412(5) Dy2-O13#1 2332(5) | Dyl-010 2.446(4)
O1-Dyl-O1#2 62.87(17) 010-Dy2-Ol11 72.25(18) | Dyl-O1#3 2.509(4)
06-Dyl1-07 71.21(16) O12-Dy2-O12#1 72.1(2) O1-Dyl-O1#3  60.15(14)
02-Dyl1-03 70.67(17) O10#1-Dy2-O11#1 72.25(18) | O4-Dyl-O5 70.81(14)
04-Dyl-05  72.51(18) OI13-Dy2-O13#1  147.8(3) | 06-Dyl-07  72.81(14)
03-Dyl-O1  80.92(18) O11-Dy2-013 71.06(18) | 08-Dyl-09  68.77(13)
04-Dyl-O1#2  74.61(16) 0O12-Dy2-O13#1 73.40(18) | O10-Dyl-O1 77.20(13)
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Table S3. 6 and ¢ values for compound 3.

3 DD TP SAP
o O1#2[0102]03 2026 295 0.0 0.0
d, 04[0205]03 3535 295 21.8 0.0
J; O1#2[0106] 07 39.03 295 482 524
Jy 04[0506] 07 3039 295 482 524
p;  Ol1-05-01#2-04 6.64 0 14.1 245
p,  02-06-03-07 5.97

A [B C] D is the dihedral angle between the ABC plane and the BCD plane. A-B-C-D is the dihedral
angle between the (AB)CD plane and the AB(CD) where (AB) signifies the midpoint of the AB edge.
Symmetry code: #2 -x-1/2,-y+1/2,-z.
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