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Figure S1. *H NMR spectrum of (TPMA)Ca[N(SiMes),]» (1) (300 MHz, 293 K, C¢Ds).
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Figure S2. 'H NMR spectrum of reaction mixture of complex 1 with excess Ph,PH (300 MHz,
293 K, CgDg). TPMA ligand signals of bis(phosphide) intermediate (TPMA)Ca(PPh,), are
marked (*); signals of uncoordinated TPMA ligand are marked (#).
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Figure S3. *'P{"H} NMR spectrum of the reaction mixture of complex 1 with excess Ph,PH
(121.5 MHz, 293 K, CeDs).
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Figure S4. *H NMR spectrum of [(TPMA),Ca][PPh,], (2) (300 MHz, 293 K, THF-ds).
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Figure S5. *'P{*H} NMR spectrum of [(TPMA),Ca][PPh,], (2) (121.5 MHz, 293 K, THF-ds).

— 141.67
—139.48
— 128.95
— 12531
— 107.09
— 105.42

— 62,52
— 6046
396
3.38
a2
74
5

mmmmmm

I N dl i | ‘ JLLL.“

T T T T T
140 135 130 125 120 115 110 105 100 95 90 8 80 75 70 65 60 55 50 45 40 35 30 25 20 15 10 5

Figure S6. *C{*H} NMR spectrum of (TPMA)Ca[N(SiMes),] (1) (75 MHz, 293 K, THF-ds).
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Figure S7. IR spectrum of (TPMA)Ca[N(SiMes),]2 (1) (KBr, Nujol).
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Figure S8. *C{*H} NMR spectrum of [(TPMA),Ca][PPh,], (2) (75 MHz, 293 K, THF-ds).
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Figure S9. IR spectrum of [(TPMA).Ca][PPh.]. (2) (KBr, Nujol).
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Figure S10. IR spectrum of [(TPMA),Ca][BPhy], (4) (KBr, Nujol).



