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Table S1. Atomic coordinates (-10*) and Equivalent Isotropic Displacement Parameters

(-10™ A%* for (HL")CIO..

Atom X y z U(eq)*
Cl 1389(1) 6891(1) 611(1) 20(1)
O(1) 1019(1) 7446(1) 1165(1) 33(1)
0(2) 1798(1) 7504(1) 104(1) 45(1)
0(3) 648(1) 6348(1) 303(1) 32(1)
04) 2080(1) 6242(2) 868(1) 46(1)
N(1) 3567(1) 4829(1) 335(1) 17(1)
N(2) 3484(1) 4428(1) 1813(1) 17(1)
N(3) 4878(1) 5123(2) 1883(1) 20(1)
N(4) 3351(1) 4432(2) -1449(1) 20(1)
N(5) 2186(1) 4180(1) -745(1) 18(1)
c() 4055(2) 5338(2) 790(2) 17(1)
C(2) 4488(2) 6210(2) 631(2) 19(1)
C(3) 4426(2) 6549(2) -31(2) 24(1)
C(4) 3938(2) 6025(2) -519(2) 21(1)
C(5) 3528(2) 5172(2) -307(2) 17(1)
C(6) 4144(2) 4962(2) 1485(2) 18(1)
C(7) 3805(2) 4240(2) 2467(2) 19(1)
C(8) 3423(2) 3757(2) 3015(2) 24(1)
C(9) 3927(2) 3725(2) 3613(2) 30(1)
C(10) 4800(2) 4186(2) 3663(2) 33(1)
c(11) 5179(2) 4670(2) 3115(2) 29(1)
C(12) 4680(2) 4688(2) 2505(2) 20(1)
C(13) 2565(2) 4141(2) 1559(2) 23(1)
C(14) 3032(2) 4592(2) -818(2) 18(1)
C(15) 2686(2) 3903(2) -1815(2) 18(1)
C(16) 2660(2) 3590(2) 2483(2) 23(1)
C(17) 1850(2) 3121(2) -2682(2) 24(1)
C(18) 1117(2) 2967(2) -2231(2) 25(1)
C(19) 1146(2) 3272(2) -1561(2) 22(1)
C(20) 1951(2) 3755(2) -1358(2) 17(1)
C(21) 1595(2) 4207(2) -133(2) 24(1)

a) U(eq) is defined as one third of the trace of the orthogonalized Uij tensor




Table S2. Anisotropic displacement parameters (A% - 10°) for (HL")CIO,. The anisotropic

displacement factor exponent is : -2 n° [ (ha*)? Uy +... +2hka* b* U]

Atom Uy Uz Uss Uz Uiz Uiz
Cl 2001)  20(1) 19(1) 2(1) 2(1) o)

0(1) (1) 37(1) 322)  -18(1) 7(1) (1)
0(2) 62(1)  36(1) 38(2) 2(1) 17(1)  -19(1)
0(3) 22(1)  38(1)  37(2)  -14(1)  -4(1) -9(1)
04) 41(1)  55(1)  43(2)  -10(1)  -20(1)  29(1)
N(1) 16(1) 18(1) 15(2) (1) 1(1) 3(1)
N(2) 18(1) 18(1) 14(2) 1(1) 1(1) -1(1)
N(3) 17(1) 30(1) 14(2) 2(1) o(1) 0o(1)
N(4) 19(1) 27(1) 13(2) 0(1) 1(1) -1(1)
N(5) 18(1) 22(1) 14(2) 2(1) 3(1) 1(1)
C(1) 14(1) 20(1) 15(2) -1(1) 2(1) 5(1)
C(2) 17(1) 22(2) 18(2) -1(1) 1(1) -2(1)
C(3) 20(1) 23(2) 28(2) 3(2) 3(1) -3(1)
C(4) 21(1) 26(2) 17(2) 5(2) 4(1) 0(1)
C(5) 15(1) 19(1) 17(2) -1(1) 2(1) 3(1)
C(6) 17(1) 18(1) 18(2) -3(1) 4(1) 3(1)
C(7) 24(1) 18(1) 15(2) -2(1) 0(1) 2(1)
C(8) 29(1) 26(2) 19(2) 2(2) -1(1) -2(1)
C(9) 39(2) 34(2) 16(2) 4(2) 2(2) 0(1)
C(10) 33(2) 47(2) 20(2) 4(2) 6(2) 3(1)
c(11) 24(1) 42(2) 21(2) 3(2) -2(1) 2(1)
C(12) 18(1) 25(2) 17(2) 1(1) 1(1) 2(1)
C(13) 16(1) 30(2) 23(2) 4(2) -7(1) -5(1)
C(14) 17(1) 18(1) 18(2) 4(1) 0(1) 2(1)
C(15) 21(1) 17(1) 15(2) 2(1) -2(1) 3(1)
C(16) 29(1) 22(1) 18(2) 0(1) 2(1) 4(1)
C(17) 36(2) 21(2) 16(2) -2(2) -6(2) 5(1)
C(18) 24(1) 22(1) 30(2) 0(2) -8(1) 0(1)
C(19) 23(1) 21(1) 22(2) 3(2) -3(1) 1(1)
C(20) 20(1) 19(1) 13(2) 1(1) O(1) 4(1)

C(21) 20(1) 35(2) 18(2) -2(2) 6(1) -2(1)
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Table S3. Atomic coordinates (: 10“) and Equivalent Isotropic Displacement Parameters

(- 10> A%)® of the Non-hydrogen Atoms in [Eu(NO3)s(L7}(MeCN)]2.5MeCN.

Atom X y z U(eq)®

Eu 1323(1) 1867(1) 3205(1) 38(1)
N(1) 3215(4) 976(4) 3233(4) 59(1)
O(11)  3405(3) 1921(3) 3423(3) 52(1)
0(12)  2161(3) 424(3) 3052(3) 54(1)
0(13)  4024(5) 637(5) 3232(6) 114(2)
N(2) -338(4) 2987(4) 3426(4) 57(1)
o(21) 62(3) 2613(3) 3945(3) 54(1)
0(22) 189(3) 2870(3) 2806(3) 51(1)
0(23)  -1049(5) 3437(5) 3521(5) 95(2)
N(3) -1001(4) 264(3) 2721(3) 48(1)
0(31) 778(3) 761(3) 2283(2) 50(1)
0(32) -125(3) 393(3) 3308(3) 58(1)
0(33)  -1988(3) 312(3) 2575(3) 66(1)
N(4) 1846(4) 1849(4) 4715(3) 54(1)
C(e0)  1803(5) 1434(5) 5158(4) 62(1)
CEl)  1743(7) 880(7) 5684(6) 91(2)
N@41)  1377(3) 874(3) 1595(3) 40(1)
c(11) 924(4) A77(4) 989(3) 41(1)
C(16) 208(4) -1025(4) 1045(3) 45(1)
c(15) -124(4) -1998(4) 307(4) 48(1)
C(14) 228(4) -2140(4) 483(4) 48(1)
Cc(13) 944(4) -1317(4) -547(3) 45(1)
C(12)  1280(4) -340(4) 203(3) 40(1)
N@42)  1969(3) 625(3) 351(3) 40(1)
c(1) 1977(4) 1333(3) 1200(3) 39(1)
N@21)  2538(3) 2923(3) 2520(3) 40(1)
C(22)  3086(4) 3954(4) 3010(3) 42(1)
C(23)  3661(4) 4561(4) 2659(3) 43(1)
C(24)  3759(4) 4082(4) 1789(3) 44(1)

C(25) 3190(4) 3011(4) 1279(3) 42(1)




C(26)
N(51)
C(31)
C(32)
C(33)
C(34)
C(35)
C(36)
N(52)

C(3)
C(4)
C(41)
C(42)
C(43)
C(44)
C(45)
C(46)
0(47)
C(48)
0(49)

C(410)
C(51)
C(52)
C(53)
C(54)
C(55)
C(56)

N(7)
o(71)
0(72)

C(6)
C(61)
C(62)
C(83)

2583(4)
2423(3)
2648(4)
2211(5)
2668(5)
3515(5)
3956(5)
3502(4)
3772(3)
3092(4)
2517(4)
3864(4)
4543(4)
5765(5)
6300(5)
5623(4)
4385(4)
6043(3)
7270(8)
6528(3)
6046(6)
4560(4)
4678(5)
5540(5)
6287(4)
6176(5)
5314(5)
7221(4)
7350(4)
7846(6)
4762(4)
4432(4)
3527(5)
3319(5)

2456(3)
3803(3)
4437(4)
4248(4)
5020(5)
5974(4)
6181(4)
5395(4)
5344(3)
4377(4)
777(4)
1144(4)
1106(4)
1431(4)
1789(4)
1811(4)
1489(4)
2162(3)
2353(7)
1424(3)
1114(5)
4674(4)
5705(4)
6276(4)
5811(4)
4783(4)
4225(4)
6415(4)
7322(4)
5978(4)
6150(4)
6939(4)
7307(4)
8073(4)

1658(3)
4258(3)
5182(3)
5839(4)
6719(4)
6957(4)
6326(3)
5435(3)
4653(3)
3973(3)
-315(3)
-58(3)
662(3)
821(4)

1288(4)

-413(4)
-591(3)
-978(3)
-929(6)
1492(3)
2103(4)
1459(3)
1677(4)
1457(4)
1028(3)
783(4)
1006(3)
813(4)
1047(4)
406(5)
4673(3)
4440(3)
4711(4)
4531(4)

40(1)
42(1)
42(1)
50(1)
56(1)
55(1)
50(1)
43(1)
43(1)
41(1)
44(1)
42(1)
46(1)
50(1)
51(1)
50(1)
46(1)
63(1)
87(2)
61(1)
63(1)
45(1)
50(1)
52(1)
49(1)
50(1)
49(1)
60(1)
80(1)
100(2)
46(1)
45(1)
48(1)
50(1)




C(64)
C(65)
C(66)
0(67)
C(68)
0(69)
C(610)
N(92)
C(93)
C(94)
N(95)
C(96)
C(97)
N(98)
C(99)
C(100)
N(101)
C(102)
C(103)

3997(5)
4875(5)
5100(4)
5576(4)
5432(6)
2461(4)
1751(6)
-903(11)
-150(9)
819(9)
1735(18)
1072(20)
70(30)
-1187(15)
-488(17)
500(27)
1877(14)
1285(17)
586(26)

8493(4)
8096(4)
7332(4)
8418(3)
9257(5)
8505(3)
8141(5)

-2951(11)
-2544(7)
-1990(8)

5614(15)

5354(19)

4951(29)

4350(13)

4727(15)

5224(42)

5877(12)

5536(15)

5225(39)

4077(4)
3802(4)
3986(4)
3346(3)
3194(5)
4757(3)
5239(5)

3022(12)
2865(8)
2683(7)
1594(15)
928(15)

99(21)

1492(11)

2193(13)
3046(21)

2142(12)

2499(13)
3042(21)

52(1)
49(1)
48(1)
60(1)
60(1)
63(1)
63(2)
185(6)
99(3)
107(3)
122(4)
122(4)
122(4)
108(3)
108(3)
108(3)
100(3)
100(3)
100(3)

a) U(eq) is defined as one third of the trace of the orthogonalized Ujj tensor




Table S4.  Anisotropic displacement parameters (A? - 10%) for
[Eu(NO3)s(L")(MeCN)}-2.5MeCN. The anisotropic displacement factor exponent
takes the form: -2 72 [(ha*)? Uy +... +2hka*b* Uy, ]

Atom Ui Uz Uszs Uz Uis Usz
Eu 33(1) 42(1) 40(1) 21(1) 11(1) 13(1)
N(1) 49(3)  58(3)  83(3)  38(3) 19(2)  28(2)
0(11)  34(2)  59(2)  68(2)  34(2) 10(2) 17(2)
0(12)  52(2)  502)  60(2)  28(2) 11(2) 17(2)
O(13)  71(3)  97(4)  203(8)  81(5)  43(4)  55@3)
N(2) 432)  64(3)  79(3)  38(3)  23(2)  29(2)
0(21)  46(2) 61(2) 61(2) 29(2) 24(2) 22(2)
0(22)  43©2)  63(2)  58(2)  34(2) 172  24(2)
0@23)  84(3)  117(4)  130(5)  73(4) 543)  69(3)
N(3) 392)  512)  50(2)  21(2) 13(2) 11(2)
0(31)  43(2)  56(2)  47(2)  25(2) 11(2) 9(2)
0(32) 46(2) 64(2) 65(2) 38(2) 7(2) 10(2)
0(33) 432  T73) 692  36(2) 14(2) 2(2)
N(4) 613)  60(3)  44(2)  27(2)  112)  24(2)
C(90)  52(3)  64(4)  64(3)  31(3) 9(3) 16(3)
cel)  7e(5)  113(6)  113(6)  86(6)  21(4)  25(4)
N@41)  32(2)  48(2)  48(2)  24(2) 15(2) 17(2)
C(i1)  332)  442)  46(2) 19(2) 10(2) 15(2)

C(16) 35(2) 51(3) 51(3) 26(2) 14(2) 15(2)
C(15) 39(2) 44(3) 61(3) 26(2) 13(2) 12(2)

C(14) 40(3) 46(3) 54(3) 20(2) 9(2) 15(2)
C(13) 37(2) 50(3) 44(2) 20(2) 10(2) 15(2)
C(12) 31(2) 45(3) 46(2) 22(2) 9(2) 14(2)
N(42) 36(2) 43(2) 41(2) 19(2) 12(2) 12(2)
c(1) 31(2) 44(2) 42(2) 20(2) 10(2) 13(2)
N(21) 37(2) 45(2) 40(2) 21(2) 11(2) 14(2)
C(22) 35(2) 47(3) 45(2) 22(2) 12(2) 15(2)

C(23) 43(2) 41(2) 49(3) 22(2) 17(2) 15(2)
C(24) 42(2) 43(3) 50(3) 24(2) 15(2) 16(2)




C(25)
C(26)
N(51)
C(31)
C(32)
C(33)
C(34)
C(35)
C(36)
N(52)
C(3)
C(4)
C(41)
C(42)
C(43)
C(44)
C(45)
C(46)
0(47)
C(48)
0(49)
C(410)
C(51)
C(52)
C(53)
C(54)
C(55)
C(56)
N(7)
o(71)
0(72)
C(6)
C(61)
G©2)

38(2)
33(2)
40(2)
40(2)
51(3)
66(3)
62(3)
51(3)
45(3)
39(2)
39(2)
37(2)
35(2)
41(3)
43(3)
36(3)
42(3)
38(2)
41(2)
45(3)
48(2)
B64(4)
42(3)
49(3)
52(3)
46(3)
52(3)
53(3)
56(3)
70(3)
101(4)
41(2)
42(2)
43(3)

48(3)
43(2)
43(2)
44(3)
55(3)
64(3)
55(3)
46(3)
49(3)
41(2)
45(3)
50(3)
46(2)
47(3)
49(3)
53(3)
53(3)
51(3)
86(3)
129(6)
74(3)
71(4)
43(2)
54(3)
46(3)
52(3)
54(3)
44(3)
60(3)
67(3)
77(3)
46(3)
40(2)
90(3)

44(2)
45(2)
41(2)
43(2)
47(3)
47(3)
44(3)
47(3)
43(2)
47(2)
42(2)
37(2)
42(2)
46(2)
51(3)
61(3)
56(3)
48(3)
73(2)
102(5)
61(2)
52(3)
47(3)
58(3)
61(3)
49(3)
53(3)
51(3)
74(3)
130(4)
153(8)
50(3)
45(2)
91(3)

21(2)
21(2)
19(2)
19(2)
24(2)
28(3)
17(2)
17(2)
24(2)
20(2)
21(2)
17(2)
17(2)
18(2)
19(2)
21(2)
23(2)
22(2)
45(2)
66(5)
33(2)
27(3)
21(2)
31(2)
29(2)
26(2)
30(2)
20(2)
39(2)
61(3)
61(4)
24(2)
16(2)
26(2)

16(2)
10(2)
11(2)
14(2)
18(2)
21(3)
12(2)
9(2)
14(2)
12(2)
11(2)
11(2)
12(2)
13(2)
9(2)
14(2)
18(2)
14(2)
27(2)
33(4)
7(2)
8(3)
12(2)
23(2)
16(2)
16(2)
26(2)
19(2)
26(2)
51(3)
92(4)
9(2)
10(2)
18(2)

16(2)
14(2)
12(2)
18(2)
19(2)
29(3)
24(3)
18(2)
22(2)
13(2)
18(2)
10(2)
16(2)
16(2)
19(2)
17(2)
19(2)
14(2)
19(2)
25(4)
23(2)
30(3)
12(2)
21(2)
15(2)
11(2)
20(2)
17(2)
16(2)
27(2)
37(3)
12(2)
9(2)
18(2)




C(63)
C(64)
C(65)
C(66)
0(67)
C(68)
0(69)

C(610)
N(92)
C(93)
C(94)

46(3)
53(3)
45(3)
40(3)
58(2)
64(4)
67(2)
66(4)
145(9)
96(6)
96(6)

52(3)
53(3)
50(3)
48(3)
63(2)
62(3)
76(2)
71(4)

192(12)
96(6)

135(8)

59(3)
61(3)
55(3)
56(3)
89(3)
78(4)
82(3)
78(4)

305(19)

132(7)
120(7)

28(2)
31(3)
26(2)
24(2)
50(2)
46(3)
51(2)
44(3)

179(14)
74(6)
91(7)

21(2)
24(3)
18(2)
18(2)
40(2)
30(3)
47(2)
45(3)

113(12)
39(5)
30(5)

23(2)
22(2)
18(2)
17(2)
30(2)
28(3)
44(2)
38(3)
58(9)
32(5)
29(6)




Table S5.  Least-Squares Planes Data for [Eu(NO;);(L")(MeCN)]-2.5MeCN.
Description Deviations (A)

Max. Atom
1 benzimidazol #1, N(51), N(52) 0.023 C(32)
2 pyridine, N(21) 0.030 C(23)
3 benzimidazol #2, N(41); N(42) 0.024 c())
4 phenyl 0.004 C(54)
5 nitro 0000
6 3,5-dimethoxybenzyl #1, O(67), O(69) 0.058 C(68)
7 3,5-dimethoxybenzyl #2, O(47), O(49) 0.149 C(48)
8 nitrate, O(11) 0.005 N(1)
9 nitrate, O(21) 0.007 NE2)
10 nitrate, O(31) 0.016 N@3)
11 Eu, N(21), N(41), N(51), O(32) 0.083 NQ1)

Interplane Angles [°]
2 3 4 5 6 7 8 9 10 11

I 131000y 1464003 5437006  s154008)  T2M003)  1208103)  T9SA00T)  BLSK006) 12658004  1044003)
2 4.31(0.04) 43.90(0.04) 41.8(0.1) 60.56(0.04) 107.79(0.04) 72.93(0.07) 68.71(0.06) 115.01(0.05) 5.63(0.03)
3 4051(004)  383(.1)  SB6S(02T)  10637(003)  6885007)  6B6R(O0S)  112260.04)  4530.02)
4 280008)  2608004)  TLISO04)  3290007)  487T5005)  T229(005)  4408(004)
5 28.7(0.1) T394007)  33.3(02) 51.000.1) 7481008)  41.7(0.09)
6 4800(003)  4229(0.04)  25.05(0.04)  5553(004)  63.040.03)
7 62940005y  4262(0.06)  2022(004)  110.84(0.03)
8 6625(0.05)  52920.07) 7112007
9 59.02(006)  73.120.05)
10

116.18(0.04)




Table S6.  Intermolecular CH-O Interactions Found in [Eu(NO3)s(L"}(MeCN)]-2.5MeCN

Atoms Distance (A) Angle (°)
0(21)--C(610) ® 2.90 95.8, O(21)-H(61)-C(610)
O(13)---C(68) ¥ 2.97 110.0, O(13)-H(68)-C(68)
0(67)---C(91) @ 3.13 135.2, O(67)-H(91)-C(91)

0(31)--C(4) ? 3.18 141.7, O(31)-H(4)-C(4)
O(71)---C(46) ¥ 3.27 128.9, O(71)-H(46)-C(46)
0(11)--C(6) @ 3.28 103.8, O(11)-H(6)-C(6)
0(31)--C(13) ? 3.36 132.1, O(31)-H(13)-C(13)
0(47)----C(68) " 337  121.3, O(47)-H(68)-C(68)
0(33)---C(68) ? 3.44 152.8, O(33)-H(68)-C(68)
0(72)--C(15) ™ 3.50 170.5, O(72)-H(15)-C(1‘5)
O(71)----C(15) 3.56 125.6, O(71)-H(15)-C(15)
0O(49)---C(13) ¥ 3.66 133.1, O(49)-H(13)-C(13)

a) X, 1-y, 1-z
b) X, y-1,z

C) 1-x, 1-y, 1-z
d X, -y, -Z

e) 1-x, 1-y, -z
f) 1-x, 1-y, -z
Q) x-1,y-1, 2
h) 1+x, 1+y, 2
k) 1-x, -y, -z
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Figure F1. Crystal packing in (HL")CIO, along the c-axis




Figure F2. Intermolecular interactions between two (HLY)CIO, molecules. View
along the b-axis.




Figure F3. Largest intermolecular interactions in [Eu(NO3)s(L")(MeCN)]
2.5MeCN
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Figure F4. Emission spectra at 10 K
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Figure F5. °Dy«'F, Excitation spectra at 295 K




