Table S15 — Calculated GIAO [B3LYP/6-311++G(d,p)] and expeental chemical shiftsl and**C) with respect to TMS used as standard for the
structures of L-LA tetramer shown kig. S3.

Calculated
Ao/ ppm Exp

Atom? |-Tetra Il-Tetra II-Tetra IV-Tetra V-Tetra VI-Tetra VII-Tetra VIII-Tetra IX-Tetra X-Tetra  Xl-Tetra Average® Aa/ppm
[Hala 4.38 4.27 4.55 4.44 4.58 4.75 4.53 4,53 4.60 4.49 534 4.38 (4.40’) 4.20
[Halex 4.97 5.13 5.29 5.61 5.69 5.22 5.11 5.19 5.62 4.84 A7 5 5.15 (5.23) 5.10
[Halez 5.53 5.64 5.03 5.93 5.59 5.03 5.87 5.98 5.63 5.85 .07 6 5.55 (5.68) 5.17
[Hdc 4.99 5.73 5.25 5.09 5.16 5.23 571 5.05 5.18 4.75 40 4 5.28 (5.38) 4.98
[Hme(hyI]Ab 1.70 1.54 1.43 1.51 1.48 1.53 1.46 1.40 1.40 1.55 40 1 1.58 (1.54) 1.41
[Huenyler 1.50 1.49 1.60 1.54 1.59 1.65 1.61 1.50 1.60 1.45 591 1.52 (1.49) 1.47
[Huehyle2 1.47 1.41 1.50 1.50 1.50 1.51 1.52 1.30 1.53 1.38 351 1.46 (1.43) 1.28
[Huenylc 1.43 1.36 1.44 1.59 1.57 1.39 1.53 1.79 1.61 1.53 591 1.43 (1.42) 1.45
Ha 2.96 3.54 2.52 2.59 2.03 0.27 2.05 0.05 0.10 0.06 130 3.03 (3.40) n.6.
Hc 9.06 8.19 9.56 5.74 5.76 9.77 10.05 5.68 5.76 579 5.46 8.42 (8.64) n.o.
[Cdla 73.95 74.20 72.87 72.55 75.29 76.00 76.03 73.30 2376. 73.38 75.85 73.73 (75.11) 65.52
[Calex 78.43 76.59 77.97 75.75 74.59 77.09 77.10 75.46 5174. 76.96 75.26 77.42 (78.78) 68.61
[Cale2 75.84 75.65 77.38 74.00 74.99 76.73 74.28 73.60 6474. 74.14 73.24 75.78 (76.95) 67.80
[Cdlc 79.93 74.13 78.61 76.42 75.86 78.42 78.23 74.89 6175. 78.29 75.66 77.40 (78.85) 69.14
[Cumanyla 18.37 23.73 2151 22.26 20.14 25.93 19.23 25.69 5325. 25.00 26.13 21.08 (21.15) n.o.
[Cumanyiler 19.71 20.15 18.99 20.17 20.09 19.19 19.06 19.52 2620. 19.01 19.32 19.81 (19.90) n.o.
[Cumanyile2 20.28 19.86 19.45 19.20 19.85 19.74 20.78 17.11 7319. 17.24 17.42 19.89 (20.04) 16. 45
[Crmenyilc 17.95 16.60 20.10 20.00 19.55 20.11 21.07 19.04 7819. 19.25 19.03 18.08 (18.18) 16.56
[C=0]a 182.76 187.21 186.78 185.01 180.00 182.42 185.44 8.657 179.84 180.35 180.59 185.09 (186.78) 171.18
[C=O]g:1 176.26 177.17 176.81 177.06 177.45 177.10 176.14 6.827 177.69 176.62 176.22 176.78 (178.58) 169.31
[C=Olg> 176.34 175.30 175.69 177.90 177.69 176.10 177.65 6.587 178.13 176.60 177.49 176.15 (178.04) 169.69
[C=0]¢ 176.03 179.70 174.28 177.94 177.86 174.41 173.95 7.987 178.28 175.43 174.36 177.27 (179.32) 169.25
[O]a 221.87 223.14 220.51 215.83 218.40 230.98 225.31 0.1922 223.12 225.75 224.74 221.38 fn.i.
[Ole1 223.47 224.32 226.82 222.26 223.75 226.36 218.61 5.732 224.05 219.65 227.81 224.12 n.i.
[Ole 226.29 225.73 222.85 229.94 228.01 223.34 230.20 9.302 228.32 244.53 231.90 226.13 n.i.
Oc 211.37 214.66 202.88 202.85 204.50 204.26 208.90 6.499 205.00 201.10 197.07 210.18 n.i.
[Ocarbonyil A 404.15 392.29 380.76 391.84 399.90 387.11 410.33 6.081 405.42 411.09 399.44 395.48 n.i.
[Ocarbonyll 1 408.76 404.98 408.82 396.51 403.90 406.80 395.99 1.939 399.10 402.90 389.53 406.04 n.i.
[Ocarbonyll 2 412.67 415.84 407.84 404.09 402.38 405.97 414.13 4.081 400.26 408.03 419.29 411.98 n.i.
[Oca,bony|]c 428.90 397.73 416.44 405.22 403.11 414.76 414.57 8.260 402.07 416.35 421.46 413.91 n.i.

54.61 54.43 42.44 43.35 44.81 58.39 63.94 59.47 5960. 57.82 59.92 51.40 n.i.

@ SeeF|g S3 for atom and monomeric units labelifg\verage over the three hydrogen atoms of the metioyip (—CH). © Weighted average taking into account the Boltzrigann
population of the conformers at room-temperatuteTeira — 40.00%; I1-Tetra — 32.74%; III-Tetra — 14.11%; IV-Tetra — 12.51%; V-Tetra — 0.47%;
VI-Tetra — 0.09%;VII-Tetra — 0.05%;VIII-Tetra — 0.04%:;1X-Tetra — 0.01%;X-Tetra — 0.00%:;XI|-Tetra — O.OO%).d Results in parentheses arise from the calculations
performed with aug-cc-pVTZ-J basis set (all thefoomers and the respective populations were takitmyaccount)® n.o. — not observedn.i. — not investigated.



